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I Abstract

Particle- lled magnetorheological elastomers (MRES) are essentially two-phase composites compris-
ing magneto-active metallic inclusions in a mechanically soft elastomer matrix. This work provides
a set of equivalent microstructurally-guided constitutive models for the isotropic MREs inthe F- H,
F- h,F- Band F- b variable spaces. Depending on the magnetic properties of the inclusion phases,
the MREs are referred to as soft -MRE) or hard (h-MRE), in they contain, respectively, magneto-
active (e.g., iron) or, permanently magnetizable (e.g., NdFeB) particles. In turn, the non-coercive,
“soft” magneto-active particles exhibit a saturation-type magnetization response, whereas the highly
coercive, permanently magnetizable “hard” magnetic particles exhibit ferromagnetic hysteresis.

Two equivalent, h and b-based, thermodynamically consistent, rate-independent models for the
ferromagnetic hysteresis are proposed herein. Furthermore, the non-hysteretic saturation-type soft
magnetic response is observed to be a special case of the hysteresis response, in the limit of vanishing
coercivity. A full- eld numerical homogenization is subsequently carried out, in order to estimate
the macroscopic response of thes- and h-MREs. In particular, an augmented, incremental numerical
homogenization framework is proposed, that is suitable for the h-MREs. This proposed incremental
framework simpli es further in the limit of vanishing particle coercivity, thus leading to a purely
energetic homogenization problem for the s-MREs. Numerical homogenization estimates for both s-
and h-MREs provide crucial insights into the particle rearrangements and rotations under various
loading conditions.

Fully objective, explicit macroscopic models, that become exact to the analytical homogenization
estimates in certain limits, are proposed for the s-MREs in both F- H and F- B variable spaces. Since
most of the effective properties are estimated from the limiting cases of analytical homogenization,
the number of model parameters to be estimated via model response tting reduces to one. Similarly,
fully objective, equivalent constitutive models inthe F- H,F- h, F- B and F- b variable spaces are
proposed for the h-MRES, where the internal variables in the Lagrangian F- H and F- B-based for-
mulations are considered to be in a stretch-free, intermediate con guration. Consequently, the total
Cauchy stress derived from the Clausius-Duhem inequalities via employing the classical Coleman-
Noll-Gurtin method is found to be consisting of the mechanical stress, the energetic and remanent
Maxwell stresses, where the last is an additional stress contribution, obtained for the h-MREs. Fur-
thermore, the evolution equation for the current internal variables are de ned to be in terms of their
objective Green-Naghdi rates. Here also, only one additional model parameter, to be identi ed via
tting the model response, is introduced.

Excellent agreements are obtained between the proposed models for the s- and h-MREs and the
numerical homogenization estimates for all particle volume fractions of interest, i.e., up to 30%, and
for moderately-soft to relatively stiff matrix phases having shear moduli  G,,> 0.3 MPa. In turn, the
proposed s-MRE models also perform very well for softer matrices having moduli  G,,< 0.1 MPa.



I Résumeé

Les élastomeres magnétorhéologiques (MRES) remplis de particules sont essentiellement des com-
posites & deux phases comprenant des inclusions métalliques magnéto-actives dans une matrice
d'élastomére mécaniquement souple. Ce travail fournit un ensemble de modéles constitutifs équiva-
lents guidés microstructurellement pour les MREs isotropes dans les espaces de variablesF- H, F- h,
F- BetF- b. Enfonction des propriétés magnétiques des phases d'inclusion, les MREs sont appelés
doux (s-MREs) ou durs (h-MRESs), s'ils contiennent, respectivement, des particules magnéto-actives
(par exemple, fer) ou des particules magnétisables de facon permanente (par exemple, NdFeB). A
leur tour, les particules magnéto-actives “douces” non-coercitives présentent une réponse de mag-
nétisation de type saturation, tandis que les particules magnétiques “dures” fortement coercitives et
magnétisables de fagon permanente présentent une hystérésis ferromagnétique.

Deux modéles équivalents, basés surh et b, thermodynamiquement cohérents et indépendants
de la vitesse sont proposés ici pour I'hystérésis ferromagnétique. De plus, la réponse magnétigue
douce de type non-hystérétique a saturation apparait comme un cas particulier de la réponse hys-
térétique lorsque la coercivité tend vers zéro. Une homogénéisation numérique a champ complet
est ensuite réalisée a n d'estimer la réponse macroscopique des s- et h-MREs. En patrticulier, un
cadre d'homogénéisation numérique incrémental augmenté est proposé, qui convient aux h-MREs.
Ce cadre incrémental peut étre davantage simpli € lorsque la coercivité des particules tend vers zéro,
conduisant ainsi a un probléme d'homogénéisation purement énergétique pour les s-MREs. Les esti-
mations numériques d’homogénéisation pour les s- et h-MRESs fournissent des informations cruciales
sur les réarrangements et les rotations des particules dans diverses conditions de chargement.

Des modéles macroscopiques explicites et entierement objectifs, qui deviennent identiques aux
estimations analytiques d’homogénéisation dans certaines limites, sont proposés pour les s-MREs
dans les deux espaces de variables- H et F- B. Etant donné que la plupart des propriétés effectives
sont estimées a partir des cas limites d'homogénéisation analytique, le nombre de paramétres du
modéle a estimer via I'ajustement de la réponse du modéle se réduit a un. De la méme maniére, des
modéles constitutifs entierement objectifs et équivalents dans les espaces de variablesF- H, F- h,
F- B et F- b sont proposés pour les h-MREs, ou les variables internes dans le Lagrangien F- H
et F- B sont considérées comme étant dans une con guration intermédiaire sans étirement. Par
conséquent, la contrainte totale de Cauchy dérivée des inégalités de Clausius-Duhem via l'utilisation
de la méthode classique de Coleman-Noll-Gurtin trouve étre constituée de la contrainte mécanique et
des contraintes énergétiques et rémanentes de Maxwell, la derniére contrainte étant une contribution
supplémentaire obtenue pour les h-MREs. De plus, I'équation d'évolution des variables internes
actuelles est dé nie en fonction de leurs taux objectifs de Green-Naghdi. Ici aussi, un seul parameétre
supplémentaire, a identi er via I'ajustement de la réponse du modéle, est introduit.

D'excellents accords sont obtenus entre les modeles proposés pour less- et h-MREs et les estima-



tions numériques d'homogénéisation pour toutes les fractions volumiques de particules considérées,

c'est-a-dire jusqu'a 30%, et pour des matrices allant de modérément souples a relativement rigides
ayant des modules de cisaillement Gy, > 0,3 MPa. A leur tour, les modéles s-MREs proposés fonc-
tionnent également tres bien pour des matrices plus souples de modules G, < 0,1 MPa.
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Chapter

1
I Introduction

Chapter summary : This chapter summarizes the key aspects in the fabrication and modeling of magnetorhe-
ological elastomers (MREs), reported in the literature. In particular, a comparison is drawn between the
MREs comprising soft and hard ferromagnetic particles vis-a-vis different fabrication techniques and modeling
approaches. Both microscopic and macroscopic modeling approaches for these soft and hard MREs are summa-
rized subsequently. The detailing of the state-of-the-art is followed by a discussion on the scope of the present
work and the organization of the thesis.

Chapter content

1.1 Fabrication and testing . . . . . . . . . . e 3
1.1.1 MREswithironparticles. . . . .. ... ...
1.1.2 MREswith NdFeB particles . . . . . . .. . ... . . .. i e 5
1.2 Theoretical and numerical modeling . . . . . . ... ... .. L oL L. 6
121 SMRES . . . o o e e 6
1.2.2 Ferro-electric/magnetic switching . . . . . . ... ... ... ... ... . . ..., 7
1.3 Scopeofthepresentwork . . . . . ... . ... ... e 7
1.4 Organization of thethesis . . . . . . . . . . . . . . . . . e 9

Magneto-active particle- lled magnetorheological elastomers (MRES) are being explored since the
last two decades due to its excellent magnetic eld-driven mechanical tuning properties (Jolly et al.,
1996; Ginder et al., 1999, 2000; Bodelot et al., 2017). This property of the MREs enable it to nd
its potential applications in vibration absorbers (Lerner and Cunefare, 2007; Li et al., 2014; Ahamed
et al., 2018), active surface pattern controllers (Danas and Triantafyllidis, 2014; Huang et al., 2016a;
Psarra et al., 2017, 2019), soft robotic actuators (Manti et al., 2016; Kim et al., 2018; Zhao et al., 2019;
Sitti and Wiersma, 2020), micro uidic separators (Hilber and Jakoby, 2012; Royet et al., 2017; Zhou
et al., 2020), bio-inspired magnetic sensors (Kaidarova et al., 2018), etc. The MREs are essentially
two phase composites having metallic magneto-active particles suspended in a magnetically passive
but mechanically soft elastomer matrix (see Fig. 1.1). Depending on the magnetic coercivity of the
particle phase, the MREs are broadly classi ed under two heads listed in the following.

« Soft magnetide.g., carbonyl iron) particle- lled MRES, or s-MREs.
» Hard magnetide.g., NdFeB) particle- lled MREs, or h-MREs.

Figure 1.1 shows the typical microstructures of soft (Fig. 1.1a) and hard (Fig. 1.1b) MREs with com-
mercially available carbonyl iron (Cl) and MQP-S-11 NdFeB patrticles, respectively. We observe from
Fig. 1.1 that, both the CI and NdFeB microstructures have spherical morphologies with the median
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(@) . (b)
CI partlcg NdFeB particles

Figure 1.1: Scanning electron microscopy (SEM) images of (a) commercially available carbonyl iron (Cl) parti-
cles from MilliporeSigma in silicone matrix (Perales-Martinez et al., 2017) and (b) magnetic MQP-S-11 NdFeB
particles from Magnequench in PDMS matrix (Linke et al., 2016).

particle radius of 4 mand 20 m, respectively. Nevertheless, it should be noted that a number
of commercially available NdFeB powders also exhibit highly amorphous, sometimes rod-like mor-
phologies (Stepanov et al., 2017; Schiimann and Odenbach, 2017; Schimann et al., 2017; Kim et al.,
2018). Although, the average macroscopic responses of thestatistically isotropich-MREs do not exhibit

a strong dependence on the morphology of the underlying NdFeB patrticles.

In contrast to the s-MREs (Danas et al., 2012b; Bodelot et al., 2017), the NdFeB particle- lled
h-MREs (Kalina et al., 2017; Kim et al., 2018; Zhao et al., 2019) exhibit remanent magnetization,
which is de ned by the magnetization left after the initial loading and subsequent unloading of a
demagnetized sample. Such magnetic properties of the s- and h-MREs are direct consequences of the
different magnetic coercivities of the underlying micro-particles. Typical magnetization responses
of commercial Cl and NdFeB particles and their comparison are shown in Fig. 1.2. Notice from
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Figure 1.2: Measured magnetization responses of (a) carbonyl iron (ClI) particles (Sugawa et al., 2013) and (b)
NdFeB particles (Deng et al., 2015). (c) Comparison between Cl and NdFeB magnetization responses.

Fig. 1.2a that the CI particles magnetize and demagnetize following almost the same path, thus,
retain no remanent magnetization. The NdFeB particles, on the other hand, do not demagnetize
on the removal of the applied external magnetic eld, thus, exhibiting ferromagnetic hysteresis, as
shown in Fig. 1.2b. In turn, this remanent magnetization is caused by a crucial property of the hard
magnets, namely the coercivity, which is typically de ned in terms of the  coercive eldassociated with

2



1.1. Fabrication and testing

a hard magnet. As indicated by h® on Fig 1.2b, the coercive eld is de ned to be the reverse magnetic
eld that is needed to demagnetize a permanent magnet completely. Evidently, h® is negligibly small
for the soft CI particles and remains in the order of 0.8- 1.2 MA/m for the NdFeB particles (see the
particles catalogs of Magnequench). Finally, a comparison between the magnetization responses of
Cl and NdFeB patrticles is shown in Fig. 1.2c, where we observe that, in spite of having a vanishingly
small coercivity, the CI particles magnetize to a greater extent before its saturation as compared to
the NdFeB particles. Hence, under external magnetic elds, the inter-particle attraction forces are
greater in the s-MREs than in the h-MREs.

The choice for a suitable material for the elastomer matrix is not straightforward. In spite of
having a number of commercially available curable elastomers, a many among them suffer from the
particle debonding, excessive viscosity and other issues. Engineering stress-strain responses of a
subset of these elastomers are shown in Fig. 1.3. In turn, the detailed investigations of Park et al.

Figure 1.3: Engineering stress-strain responses of various commercially available elastomers (Park et al., 2018).

(2018) suggests that Sylgard-184, Elastosil-M4130 and Elastosil-M4630, having the shear moduli of

1.0, 0.3 and 0.6 MPa, respectively, are the most suitable elastomers for the s- and h- MREs. Even
though the Eco ex elastomers also exhibit high stretchability, they are extremely soft and thus, are
not suitable for most of the applications where an inherent structural strength is required to stay rm
against the gravity. Recent work of Wang et al. (2019) show that depending on the composition and
curing temperature, a range of different elastic properties of Sylgard-184 can be achieved. Specic
details on the material selection for the s- and h- MREs and their testing methods are summarized
in the following.

1.1 Fabrication and testing

The fabrication of both s- and h-MREs are mostly done by mixing the metallic llers with the
monomer of the elastomer and the curing agent, followed by curing the suitably-molded mixture
at a temperature of 60° - 120°C for 1- 8 hours (Jolly et al., 1996; Ginder et al., 1999; Danas et al.,
2012b; Bodelot et al., 2017; Psarra et al., 2017; Zhao et al., 2019). More sophisticated 3D printing

3
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techniques for the fabrication of s- and pre-magnetized h-MREs have been reported recently (Kim
et al., 2018). However, the 3D printing technique imposes additional constraint on the choice of the
elastomer matrix, since not all of the aforementioned elastomers are suitable for 3D printing (Kim

et al., 2018). Thus, the standard mixing and curing technique still remains the primary technique for

all the MREs (Linke et al., 2016; Stepanov et al., 2017; Schimann and Odenbach, 2017; Schimann
et al., 2017). Speci c material selections and testing techniques for the s- and h-MREs are discussed
in the following.

1.1.1 MREs with iron particles

Fabrication of the iron particle- lled s-MREs were initiated by Rigbi and Jilkén (1983), who cured soft
ferrite particles in a natural rubber matrix and consequently tested its mechanical properties under
applied magnetic eld. Since then, numerous fabrication techniques and experimental probes for the
soft MREs have been reported (Jolly et al., 1996; Ginder et al., 1999, 2000; Lokander and Stenberg,
2003; Danas et al., 2012b; Bodelot et al., 2017). While the earlier fabrications 0$-MRESs mostly use
the natural rubber-like materials to be the matrix (Jolly et al., 1996; Ginder et al., 1999, 2000; Danas
et al., 2012b), the recent works consider the very soft Eco ex (shear modulus 0.003- 0.01 MPa) to
be the matrix material (Bodelot et al., 2017; Psarra et al., 2017). The latter provides highly compliant
s-MREs, which also ensure high stretchability and high magneto-mechanical coupling.

Measurement of the coupled magneto-mechanical response of the ssMREs are not straightfor-
ward. In this context, the measurement techniques of Bodelot et al. (2017) employ highly sensitive
hall probes to measure the magnetic b and h elds across the ellipsoidal specimens. Also, the as-
sociated magnetostrictions are measured via clever positioning of mirrors and sophisticated image
processing techniques. The measured magnetization and magnetostriction responses by Bodelot
et al. (2017) for isotropic s-MREs are shown in Fig 1.4, where we observe fully reversible magneti-

(a) (b)

Figure 1.4: Measured (a) magnetization and (b) magnetostriction responses of a cylindrical specimen of s-MRE
comprising ClI particle in the Eco ex matrix (Bodelot et al., 2017).

zation/demagnetization response in Fig 1.4a. The magnetostriction response in Fig 1.4b in terms of
three orthogonal stretch ratios are, however, not representative of the local magnetostriction char-
acteristics of the s-MREs. In fact, strong shape effects of the MRE samples play crucial roles in the
measured magnetostriction response. On the other hand, Kankanala (2007) and Danas et al. (2012b)
present an alternative method to measure the magnetization and magnetostriction responses of the

4
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natural rubber-based s-MREs. Of course, the order of magnetostriction becomes less than1% in these
relatively stiff natural rubber-based MREs.

1.1.2 MREs with NdFeB patrticles

NdFeB particles bonded in polymers, on the other hand, are fabricated to replace the traditional
permanent magnets in various applications (Garrell et al., 2003). The polymer matrix used by Garrell

et al. (2003) and its contemporary investigations are highly stiff with negligible mechanical compli-
ance. Thus, such composites are typically referred to be the “polymer bonded magnets” instead of
h-MREs (Huber et al., 2017; Taylor et al., 2019; Lantean et al., 2019). Recently, a number of stud-
ies report various 3D printing methods to manufacture bonded NdFeB magnets, where highly stiff
and brittle polymer matrix materials, such that epoxy resin, PEEK, etc. are used (Taylor et al., 2019;
Lantean et al., 2019; Pigliaru et al., 2020).

The term h-MRE is coined since the fabrication and testing of the NdFeB patrticles suspended in
the soft PDMS matrix are reported (Linke et al., 2016; Schimann and Odenbach, 2017; Kalina et al.,
2017; Sanchez et al., 2018). However, th&n-MREs made of such soft PDMS or silicone elastomers
are often too soft to be used as a structural element. Moreover, the strongly magnetic NdFeB par-
ticles typically end-up damaging considerably such soft elastomeric matrices having shear modulus
G 0.04- 0.001 MPa (Schimann and Odenbach, 2017). Thus, recent investigations on the coupled
structural response of h-MREs use amoderately softommercially available Sylgard-184 (10:1) PDMS
matrix (Kim et al., 2018; Kaidarova et al., 2018; Zhao et al., 2019; Sitti and Wiersma, 2020). Such a
exible cured h-MRE sample made of the commercially available Magnequench MQP-16-7FP parti-
cles and Sylgard-184 is shown in Fig. 1.5a and various other shapes of the cured samples are shown

(a) (b)

Figure 1.5: (a) Flexible h-MRE ribbon, cured Magnequench MQP-16-7FP NdFeB particles in Sylgard-184 (10:1)
matrix at 90° C for 1 hour, bent by hand. (b) Examples of different shapes and sizes of cured h-MREs having
the same particle-matrix combination (Kaidarova et al., 2018).

in Fig. 1.5b. Sylgard-184, having a mechanical shear modulus in the range of G  0.4- 1.2 MPa (Choi
and Rogers, 2003; Johnston et al., 2014; Park et al., 2018; Wang et al., 2019) serves as an excellent
matrix material that provides the perfect level of compliance in the h-MREs.

The magnetic hysteresis response of h-MREs are typically measured in the vibrating sample
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magnetometers (VSMs), which require at, cylindrical specimens (Linke et al., 2016; Stepanov et al.,
2017). The commercially available VSMs (e.g., Lakeshore 7400), however, do not provide the setup
to measure the magnetostriction responses. Thus, the measurement of magnetostrictions in the h-
MREs still require rigorous investigations. In turn, Kim et al. (2018) and Zhao et al. (2019) measure
structural deformations of the slender h-MRE structures under applied magnetic eld having very
small amplitude in the order of 20- 200 mT. This particular loading path ensures a perfectly
reversible magneto-structural response and thus, one can repeat the experiments with the same
samples without any pre/post treatment.

1.2 Theoretical and numerical modeling

The continuum magneto-elastic modeling of bulk metallic soft and hard magnets traces its way back
to Brown (1966). Since then, a set of different continuum models for the static and dynamic re-
sponse of the metallic magnets has been proposed (see the books by Hutter and van de Ven (1978);
Kovetz (2000)). The MREs are, in contrast, two phase composites having both metallic magnetic and
mechanically soft elastomeric phases. Thus, both microscopic (models for the individual phases)
and macroscopic modeling of the MRES require nite strain-based continuum settings. In the fol-
lowing, we discuss such micro and macroscopic modeling and numerical computation frameworks
developed in the context of s- and h-MREs.

1.2.1 s-MREs

The nite-strain framework of soft magneto-elasticity is a relatively recent development introduced

by Dorfmann and Ogden (2003, 2004) and Kankanala and Triantafyllidis (2004, 2008). A contin-
uum model for the anisotropic soft MREs is subsequently proposed by Danas et al. (2012b). These
so called “top-down” phenomenological models propose the constitutive framework by observing
macroscopic experimental observations.

On the other hand, a “bottom-up” approach towards the macroscopic response of the soft MREs
has been developed via the variational homogenization of local microscopic potentials associated
with the two phase composite. Analytical homogenization estimates for the “effective response”
of mechanically incompressible, soft magnetic composites are provided by Ponte Castafieda and
Galipeau (2011) and Lefévre et al. (2017), while the numerical homogenization estimates for the
same are provided by Kalina et al. (2016) and Danas (2017). In particular, Danas (2017) provides
an augmented variational principle that ensures no boundary and specimen shape effects on the
numerical resolutions of homogenization problems for s-MREs. Recently, Keip and Rambausek (2016,
2017) and Zabihyan et al. (2020) have developed a multi-scale (FE) computational technique for the
soft MREs.

None of the aforementioned analytical or numerical homogenization framework provide an  ex-
plicit macroscopic model that can be readily applied to a macroscopic boundary value problem. Thus,
a “microstructure-guided” phenomenological models have been proposed recently by Mukherjee
et al. (2020) and Lefevre et al. (2019) that essentially leads exactly to the analytical homogeniza-
tion model of Lefévre et al. (2017) in some limiting cases. An alternative approach towards such
microstructurally-guided models has been developed recently by Kalina et al. (2020), which however,
requires expensive computations in order to t a comparatively large set of model parameters. It
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is noted that the top-down and bottom-up approaches employ either F- H (Keip and Rambausek,
2016, 2017; Lefévre et al., 2017; Lefévre et al., 2019; Kalina et al., 2020) ér- B (Kankanala and
Triantafyllidis, 2004; Dorfmann and Ogden, 2004, 2005; Danas, 2017; Psarra et al., 2019) based mod-
eling frameworks, where F is the mechanical deformation gradient, H and B are the magnetic eld
and induction, respectively. Here we indicate the independent primary variables of the modeling
framework by the sufx F- H or F- B. Of course, the relative advantage of one framework over the
another depends on the objective of the study under consideration. In particular, the F- H model
leads to a scalar potential-based nite-element computation framework and thus, facilitates the com-
putations by reducing the nodal degrees of freedom. On the other hand, the F- B-based models are
advantageous when performing a stability and post-bifurcation analysis by the numerical FE method
(Psarra et al., 2017, 2019).

1.2.2 Ferro-electric/magnetic switching

Thermodynamically consistent modeling of the remanent magnetization is typically carried out via
introducing a remanent internal variable Such thermodynamic formalism has been rst introduced
in the context of remanent polarization in ferroelectric ceramics (Huber et al., 1999; Huber and
Fleck, 2001; McMeeking and Landis, 2002; Landis, 2002; Klinkel, 2006). Subsequently, this frame-
work has been extended for the ferromagnetic materials as well (Linnemann et al., 2009; Mukherjee
and Danas, 2019). All the aforementioned works, however, have been developed in a small strain
setting. Miehe et al. (2011) provides a numerical implementation procedure for the general dissipa-
tive electro-magneto-elastic materials at small strains. Subsequently, Rosato and Miehe (2014) have
proposed a “top-down” approach towards modeling the remanent polarization in a material at nite
strains. Therein, the coupled polarization strain is modeled via constituting a polarization tensothat
is de ned to have the principal directions along the direction of the polarization vector. In their
recent attempt to macro-model the h-MRES, Zhao et al. (2019) have considered a linearization of the
hysteretic response near the zero applied h- eld and subsequently carried out the coupled structural
computations under a small applied magnetic eld (  0.04- 0.12 T). However, this model remains
relevant only for speci ¢ loading paths having small magnetic loading amplitudes.

Numerical computations for the effective response of the h-MREs via numerically resolving the
local mechanical and magnetic elds in a representative volume element have not been investigated
in detail. Although the numerical simulations of the internal particle rotations in the  h-MREs have
been carried out by Kalina et al. (2017), an incremental homogenization formalism for the hard
magnetic microstructures yet needs to be stated. In this regard, it is noted that the incremental
variational homogenization framework has already been employed to compute the effective response
of elasto-plastic composites (Miehe, 2002; Miehe et al., 2002). Again, it is noted from Danas (2017) that
the numerical homogenization for the MREs necessitates suitable augmentations to the variational
homogenization problem, that, in turn, leads to a “pure” magneto-mechanical response, which is
free from the geometric shape effects in the MRE sample.

1.3 Scope of the present work

Keeping in mind the variety of possible applications of the s- and h-MREs, the central idea of this
work is to provide rigorous yet simple models for the macroscopic computations of the boundary
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value problems (BVPs) that, in general, involve remanent (residual) magnetization and are subjected
to arbitrary magneto-mechanical loading paths. Such macroscopic BVPs are of direct interest in the
design of MRE-based sensors, actuators and other devices. In particular, the macroscopic models
those are sought for, must re ect the effects from the underlying microstructure and its evolution
suf ciently well. Thus, emphasis are given on both microscopic and macroscopic modeling of s- and
h-MREs. Speci cally, the present work provides the following ingredients towards an ef cient micro
and macroscale modeling for s- and h-MREs.

Two equivalent h and b-based constitutive models for the metallic hard magnets with negligibly
small strain are developed. These models involve suitable de nitions of the thermodynamic
internal variablesand the associated constitutive laws from the Clausius-Duhem inequality and
the generalized standard material (Halphen and Nguyen, 1975) framework. Moreover, we seek
to have a non-hysteretic, saturation-type magnetization response from the proposed hysteresis
models under the limit of vanishing coercivity (see Fig. 1.2a and b), so that the soft magnetic
response can be treated to be a special case of the hard hysteresis response.

We develop an incremental numerical homogenization method in order to compute the effec-
tive response of the h-MREs, so that the effective response of thes-MRESs can also be estimated
from the same model under the limit of vanishing coercivity. Such general incremental homog-
enization framework enables us to estimate the effective macroscopic responses emerging from
a wide range of microstructures having different magnetic (hard/soft) and mechanical prop-
erties of the underlying constituents. We employ a fully Lagrangian nite-element method to
locally resolve the microscopic magnetic and mechanical elds in a representative volume ele-
ment (RVE) of the microstructure. The ensemble averages of these local eld variables are then
numerically computed to obtain the effective response of the composite as a whole.

In order to bridge the gap between the explicit “top down” (Kankanala and Triantafyllidis, 2004)
and implicit “bottom up” (Ponte Castafieda and Galipeau, 2011; Galipeau and Ponte Castafieda,
2013; Lefevre et al., 2017) modeling approaches, we propose microstructurally-guided macro-
scopic phenomenological models for the s-MREs in both F- H and F- B modeling frameworks.
The proposed models are designed to yield the exact analytical homogenization estimates in
the limit of small magnetic eld/induction.

Finally, we propose macroscopic models for the h-MREs in both F- H and F- B variable spaces.
The model is designed to take care of the underlying microstructure evolutions under different
magneto-mechanical loading paths. The models are designed to satisfy various limiting con-
ditions, that, in turn, enable us to reduce the number of model parameters in these models.
Speci cally, in the limit of a vanishing coercivity, the proposed models for h-MREs are set to
approach the analytical homogenization model of Lefevre et al. (2017) for the s-MREs.

As per the best of our knowledge, these aforementioned aspects in the modeling of s- and h-MREs
did not receive suf cient attention in the literature, yet are of paramount interest in the theoretical
and numerical modeling of them. This thesis is therefore dedicated towards addressing all these
issues, step-by-step as listed in the above.
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1.4 Organization of the thesis

Following this introduction, we divide the thesis in ve chapters, which are dedicated towards the
step-by-step development of the theoretical and numerical modeling of the effective response of
MREs. The contents of these chapters are brie y described in the following.

Local balance laws for the magnetic b and h elds, mass, linear and angular momentum are
derived from the global balance laws in Chapter 2. The localized versions of the energy balance
and the entropy imbalance are also developed therein and combining these two, we also derive
the local Clausius-Duhem inequality. Speci cally, Section 2.1 develops the local balance laws
in the current con guration in terms of the current magnetic and mechanical variables. The
current Clausius-Duhem inequality is also derived therein by combining the current energy
balance and entropy imbalance laws. In turn, the referential counterparts of these balance laws
and the Clausius-Duhem inequality are derived in Section 2.2.

Chapter 3 is associated with the development of “switching surface”-type ferromagnetic hys-
teresis models both by considering h (Section 3.1) andb (Section 3.2) to be the primary vari-
ables. Important limiting cases, under which the hysteresis model yields the non-hysteretic
saturation-type magnetization response, are discussed therein for both models. Finally, in Sec-
tion 3.3, we identify the model parameters by tting the model responses with the measured
hysteresis loops for the NdFeB magnets.

An incremental numerical homogenization framework for the computations of the effective
response of h-MREs is developed in Chapter 4. Speci cally, we derive the local constitutive re-
lations in the microstructure from the Clausius-Duhem inequality and the generalized standard
material relations in Section 4.2. This is followed by the de nitions of the incremental microscopic
potentialand the effective (homogenized) incremental potential in Section 4.3 and 4.4, respec-
tively. An augmented variational principle for the numerical homogenization fo the MREs is
de ned in Section 4.5. This variational principle ensures a magneto-mechanical response free
from the specimen boundary and shape effects. Subsequently, a fully Lagrangian nite-element
computation framework is developed in Section 4.6. Finally, the computed effective response
for various s- and h-MREs under different loading conditions are provided in Section 4.7. In
addition, the mesh convergence studies for both s- and h-MREs are presented therein.

Chapter 5 provides microstructurally-guided explicit phenomenological models for the s-MREs
in both F- H and F- B variable spaces. The model is proposed to replicate the response of the
implicit, analytical homogenization model of Lefevre et al. (2017), which is discussed in brief in
Section 5.1. This is followed by the proposition of the F- H and F- B models in Section 5.2.1
and 5.2.2, respectively. Finally, the proposed models are probed against the full eld numerical
homogenization estimates and the analytical homogenization model in Section 5.3.

Microstructurally-guided continuum modeling frameworks for the h-MREs are provided in
Chapter 6. Speci cally the Lagrangian and Eulerian modeling frameworks in, respectively, the
F- H and F- h variable spaces are discussed in Section 6.1. The modeling is carried out in
a step-by-step way by suitably de ning the intermediate and current internal variables and
then deriving the constitutive equations from the Clausius-Duhem inequalities and generalized
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standard material relations. An equivalent set of F- B and F- b-based constitutive models
are proposed in Section 6.2, where we follow a similar procedure in deriving the constitutive
relations. The magneto-mechanical coupling parameter is estimated via tting the model re-
sponses with the numerically computed ones in Section 6.4. This is followed by a rigorous
probe of the model performance against full- eld microscopic numerical simulations under
various non-proportional magneto-mechanical loading cycles.

Key features of the developed numerical homogenization framework and the proposed models
for s- and h-MREs are summarized in Section 7. Finally, we propose some improvement strate-
gies of the proposed model performances and their numerical implementation schemes as the
possible future directions of research.

Appendix A provides an evolving switching surface model that enables the proposed switching
surface model to model the magnetic minor loops under partially-reversed loading cycles. The
evolution in the switching surface is de ning via proposing suitable evolution laws for the
coercive eld in terms of various history-dependent, scalar variables. Finally, the proposed
evolving switching surface model is tted and probed against the experimentally measured
minor loops and rst-order reversal curves (FORCSs).

These summarizes the organization of the thesis. We also use chapter wise appendices wherever
necessary. Finally, speci ¢ concluding remarks are also provided by the ending of each chapter.
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Chapter

2
I Balance Laws and Dissipation Ther-
modynamic Frameworks

Chapter summary : This chapter provides the set of balance laws along with the boundary/interface conditions
and the thermodynamic Clausius-Duhem inequalities in the context of a general dissipative magneto-elastic
solid. Both current (Eulerian) and reference (Lagrangian) formulations, provided herein, are derived via the
direct formulation in terms of the balance laws of various eld variables and the total speci c energy along with
the entropy inequality leading from the second law of thermodynamics.
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This section develops the governing equations and the constitutive laws for a magneto-active
solid under nite strains. It is noted that a typical magneto-mechanical problem at the nite strains
can be developed via considering either the current magnetic eld h(x) or the magnetic induction
b(x). Equivalently, the Lagrangian counterpart of the model can be developed via considering the
referential H(X) or B(X) to be the primary magnetic variables. This chapter rst derives the current
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(Eulerian) version of the governing equations and thermodynamic inequalities. Their Lagrangian
counterpart is subsequently provided by the end of this chapter.

We consider a deformable solid occupying a volume Vo 2 R3 with boundary @/ 2 R? inits
reference con guration. The deformation of the solid from its reference con guration V, to the
current con guration Vis de ned in terms of a continuous and one-to-one mapping y (X). We assume
y to be continuous and twice differentiable in Vg, except at the material interfaces. Thus, the position
vector of a material point in the current con guration is given by  x = y(X). The deformation gradient
is therefore de ned as F(X) = Grady with J= detF > 0, where “Grad” denotes the gradient operator
with respect to X. We consider a quasi-staticnodeling with no inertial effects.

2.1 Current con guration (Eulerian) formulation

This formulation employs a direct approach, which, in turn, is associated with expressing the balance
laws for the magnetic and mechanical quantities in the current con guration V. The magneto-static
balance laws for the current h and b along with the mechanical mass, momentum balance laws are
developed via considering a closed current surface S and a current volume V, both residing in a
3-dimensional Eucledian space R3. The current energy balance and entropy imbalance laws also
follow an identical framework and thus are de ned in the current volume V. The present framework
is developed by following closely the monograph of Kovetz (2000) and the articles by Dorfmann and
Ogden (2004, 2005), and Kankanala and Triantafyllidis (2004).

2.1.1 Ampere's law

In the context of a magneto-active solid under the quasi-statidoading and in absence of any space/surface
charge, the suf ciently smooth magnetic induction h(x) satis es the Ampére's law, which under the
aforementioned condition is given by *
Z
h(x) s(x)d” = 0, (2.1)
@

where s(X) is the direction of tangent to the path @ at the point x and d" is an in nitesimally small
line element around x. The path integral (2.1) upon applying the Stokes' theorem can be rephrased
in terms of a surface integral, so that

VA

curl h nda=0, (2.2)

S
where “curl” represents the curl operation with respect x, Sis an arbitrary closed surface in R3
having an unit outward normal n at x and da is an in nitesimal area around the point x on the
surface S. We henceforth suppress the x-dependence of h for brevity. Applying subsequently the
localization theorem we obtain the local (point-wise) form of the Ampére's law, such that

curl h =0, 8x2R3 (2.3)

1The vector inner product of two vectors ~ and is de ned in terms of the index notation via = 5 .
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along with the interface/jump conditions
n [h] =0, (2.4)

where [ ] represents the jump in the eld () across the boundary/interface @/. The last is derived
via applying equation (2.1) along a closed loop comprising parts just above and just below a boundary
(see e.g. Kovetz (2000)). It is noted that in the jump condition (2.4), we have assumed no surface
charge and electric displacement elds. Next, we set forth the balance law for the magnetic eld b.

2.1.2 Absence of magnetic monopole

In absence of magnetic monopole, the normal component of the suf ciently smooth magnetic induc-
tion b(x) integrated over a closed surface @ vanishes identically, such that
Z
b(x) n(x) da = 0, (2.5)
@

where n(x) is an unit outward normal on @ S. The surface integral (2.5), upon applying the
divergence theorem leads to 7

div b dv = 0, (2.6)
\%

where “div” denotes the divergence operator with respect to x. Localizing (2.6) via considering a
vanishing current volume V, the point-wise form of the balance law for the b eld is obtained to be

div b = 0, 8 x2 RS, (2.7)

The interface/jump condition for b across the surface@ is subsequently obtained via applying (2.5)
in a “pill box” having its parts just above and just below an elementary boundary @/, such that

n [b] =0, (2.8)

Thus, the local governing equations and jump conditions for the two conjugate magnetic eld
variables h and b are derived from the global balance laws. Prior to the description of mechanical
balance laws, it is crucial to introduce the notion of the magnetization m per unit current volume,
which is de ned in terms of the magnetic eld variables via

b= oh+m),

(2.9)

where  is the magnetic permeability of the vacuum, whose value is given by 4 107 N A~ 2,
Notably, the magnetization m vanishes identically in any non-magnetizable media, leading to the
constitutive relation b = gh.

Remark 2.1. The magnetization m, unlike the magnetic eld h or magnetic induction b, is a derived
guantity and hence, is not subjected to any differential or boundary constraints. Nevertheless, m is
a crucial quantity in magnetism that is used to represent the “magnetization response” of a material
under externally applied magnetic h or b elds.

13



Chapter 2. Balance Laws and Dissipation Thermodynamic Frameworks

2.1.3 Balance of mass

The mass balance law postulates that the total mass associated with the current volume V remains
unchanged in time, such that ~

g
dv =0, (2.10)

dt v
where is the current density of the solid and the operator d( )=dt represents the material time
derivative. Since the current volume element d v is related to the referential volume element d V via
dv = JdV, (2.10) is now recast in the form

e Z ~ VA
d

= Jdv =0 ) Jdv=o, (2.11)
dt \Vi Vo

where the (') symbol is introduced to be an alternative representation for the material time derivative
d( )=dt for brevity. Due to the arbitrariness of the reference volume Vg, one can express the localized
(point-wise) mass balance law to be

JT=(+ grad)i=0, (2.12)

where we utilize the relation J = J gradx, with the operator “grad” representing the gradient with
respect to x. Furthermore, the kinematic constraints on Jleads to the condition J > 0. Thus, (2.12)
can be recast to be

o=(+ gradx)=0 8x2RS3, (2.13)

where (= J is the reference material density.

2.1.4 Balance of linear momentum

In the linear and angular momentum balance laws, we follow the approach of Kovetz (2000) and
Kankanala and Triantafyllidis (2004) in terms of considering a “total” Cauchy stress in the solid that
comprises both mechanical and magnetic stress contributions. The body force per unit mass f, thus,
does not contain any magnetic body force term. It is noted that the earlier formulations for magneto-
elasticity starting from Brown (1966) have considered the magnetic body forces and couples explicitly
in addition to the general asymmetric mechanical Cauchy stress ... Nevertheless, the present
approach, as would be observed in the subsequent sections, takes the magnetic stress contributions
into account due to its very construction.

For a non-accelerating solid, the mechanical force equilibrium equation in an arbitrary current
volume element V reads z z

fdv+ tda=0, (2.14)
\ @

where t is the boundary traction on the surface @/. The current surface traction t on a surface
element having unit normal n is related to the Cauchy stress at that point via the well-known Cauchy
tetrahedron relation n = t. Substituting this relation into (2.14) and subsequently applying the
divergence theorem, we obtain 7

(f+div )dv=0, (2.15)
\Y
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2.1. Current con guration (Eulerian) formulation

which, owing to the arbitrariness of the volume element V, readily leads to the point-wise form of
the linear momentum balance law, such that

f+div =0, 8x2 RS2, (2.16)

Notice that, the “total stress” is non-zero in both MRE and the surrounding air (Kankanala and
Triantafyllidis, 2004). Applying (2.14) in a “pill box” across the boundary, the jump condition across
an elementary boundary surface @ is obtained to be

[ 1 n+tr"=0, (2.17)

where t™" is the applied traction on the boundary @. We assume no propagating discontinuity
surface in the continuum.

2.1.5 Balance of angular momentum

During the quasi-static deformation of a solid, the balance law for the angular momentum postulates
that the moment of all the forces with respect to a xed point mush vanish. Without loss of generality,
the xed point is considered to be the origin of the coordinate system x. Thus, in absence of body
couples, the angular momentum balance in an elementary current volume V reads

Z Z

XN fdv+ XN ( n)da=0, (2.18)

v @
where the wedge " ” symbol denotes the exterior tensor product, such that » = - .
Eq. (2.18) upon algebraic manipulations followed by the application of the divergence theorem leads
to Z z

xA fdv+ xa@div )+ - T dv=o. (2.19)
\Y Vv

Substituting (2.15) into the last equation and due to the arbitrariness of V, one obtains the point-wise
form of the angular momentum balance given by

= T (2.20)

Thus, in absence of body couples, the angular momentum balance law dictates the Cauchy stress
to remain identically symmetric. Again, the symmetry of is a direct consequence of considering
it to be comprised of both mechanical and magnetic contributions (Robinson, 1975; Kovetz, 2000;
Kankanala and Triantafyllidis, 2004). A different set of theories in magneto-elasticity considers

to be purely ...n and considers the magneto-mechanical interactions in terms of body forces and
couples, leading to an asymmetric  (Pao and Hutter, 1975).

2.1.6 Energy balance

The total energy associated with an arbitrary current volume V is given by " , where " is the specic
energy (per unit mass) associated with the system. The law of energy balance postulates that the
rate of change of the total energy in an arbitrary volume V is a sum of three contributions, namely
i ) mechanical power associated with the body force f and surface traction t, ii ) thermal power

15



Chapter 2. Balance Laws and Dissipation Thermodynamic Frameworks

associated with the internal heat generation per unit mass r and the surface heat ux and i )
magnetic power associated with the surface magnetic ux. The energy balance law is therefore
expressed to be

d °Z °Z Z °Z Z Z
dat "dv = x fdv+ X tda + r dv- n qda - n pda, (2.21)
Y | {z- & }oI {(zZ b1 {z—}
mechanical power thermal power magnetic power

where g is the heat ux vectorand p = (x b) h is the Poynting vectorthat denotes the magnetic
energy ux. Both, the thermal and magnetic energy owing outside the volume V are considered to
be positive, which, in turn, justi es the negative signs associated with the energy ux associated to

g and p in (2.21). Localizing subsequently (2.21) leads to the point-wise energy balance equation, so
that

= (x f+r)+div(x - g- p). (2.22)
The term div(x ) in the last equation can be expanded further to be div( x )= x div( )+ :gradx?.
The divergence of the Poynting vector is further expanded, such that

divf(x b) hl=h curl(x b)- (x b) curl h
h b (grad X)- b (div X)- (grad b) x+ (div b) x
[h b- (h b)l]:grad x- h grad b X, (2.23)

where we have substituted the balance laws (2.3) and (2.7), respectively in the rst and second steps.
Subsequently, (2.22) upon simpli cation in terms of substituting div( x ) = x div( )+ :grad X,
(2.16) and (2.23), yields

"= r+[ -h b+( bI:1+h b- divq, (2.24)

where | is the second order identity tensor, | = grad X is the deformation rate tensor and the rate
gradb x is replaced by the material time derivative b since the time rate @=@tvanishes identically
in the MREs (Kankanala and Triantafyllidis, 2004).

2.1.7 Entropy imbalance

The entropy imbalance law dictates the rate of change of the entropy associated with an arbitrary
volume V to be always positive. Thus, the entropy inequality in terms of the speci c entropy (per
unit mass), absolute temperature #, the heat generationr and the heat ux q is given by the classical
Clausius-Duhem inequality

*Z Z ; Z 1
at dv > ngv- @/n ﬁqda. (2.25)

The localized Clausius-Duhem inequality hence reads

- 1+ #div(# 1q) > 0. (2.26)

2The tensor inner product is de ned via A: B = Aj Bj
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2.1. Current con guration (Eulerian) formulation

Substituting the heat generation rate r from (2.24) into the last equation and simplifying we obtain
ot - o"+J - h b+ (h b1+ b+ g div(# 1)> 0. (2.27)

For the quasi-static model the kinetic energy contribution to the speci c energy " is neglected. There-
fore, " becomes identical to the speci ¢ internal energy associated with the material, which we de ne
to be comprised of i ) the speci ¢ free energy density wP (F,b,#, )= ¢ and ii ) speci ¢ thermal energy

# , such that

= TP ED# Y+ # (2.28)
0

The general set comprising of scalar, rst and second order tensors in the de nition of  wP repre-
sents a set ofthermodynamic internal variablesvhich are, in turn, crucial in the modeling of history-
dependent dissipative thermodynamic processes. It is noted that (2.28) is a constitutive choice for ",
which may have other energy density functions in terms of h or m as well (Kankanala and Triantafyl-
lidis, 2004). This thesis considers the magneto-elastic models via considering theF- b and F- h to
be the set of primary variables. Consequently, two different versions of the local Clausius-Duhem
inequality (2.27) would surface.

F- b model : Further specialization of (2.27) for the F- b model can be obtained via substituting
(2.28) into it. Thus, (2.27) reads upon simpli cation

J -h b+(h b)]:1+J b- wP- o #+J#g div(# 1) > 0. (2.29)

F- h model : In order to specialize (2.27) for the F- h model, we rst rephrase (2.28) in terms
of wh(F,h,#, ), which is the complimentary energy density to w", obtained via a partial Legendre-
Fenchel transformation of it with respect to b such that (Bustamante et al., 2008; Danas, 2017)

Wl (F,h,# )= wP(Fb,# )- Jh b. (2.30)

Furthermore, from the above relation, we rephrase (2.28) to be

= LunERE )+ Lh b #, 2.31)
0 0

Substitution of the last into (2.27) followed by simpli cation leads to the Clausius-Duhem inequality
specialized for the F- h formulation, given by

J -h bl:l-Jd h-w"- o #+ g div(# 1)> 0. (2.32)

To this end, the Clausius-Duhem inequality is specialized for the energy density functions de ned
in terms of F- b and F- h, respectively. Specic form of the constitutive relations necessitates the
de nition of the internal variables and the functional forms of ~ wP(F,b,#, ) or w"(F,h,#, ). No
attempt is made in this chapter to set forth the speci ¢ constitutive relations emerging from (2.29)
and (2.32). Rather, the specic constitutive relations will be provided while de ning the specic
material properties of the magneto-active solid in the subsequent sections.

Remark 2.2. Most of the existing models for the MREs consider a further decomposition of the
energy densities w and w" into the speci c Helmholtz free energy® and ", respectively, and the
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Chapter 2. Balance Laws and Dissipation Thermodynamic Frameworks

corresponding potential associated with the free space, so that (Kankanala and Triantafyllidis, 2004;
Bustamante et al., 2008; Danas, 2017)

WP(F,b,# )= o P(Fb.# )+2ib b (2.33)
0

and
J

wh(F h# )= o "(Fh# )- 20h h. (2.34)

Finally, substituting (2.33) and (2.34) into (2.29) and (2.32), respectively, we obtain the modi ed
Clausius-Duhem inequalities in terms of the Helmholtz free energy  ° and ", so that

J -h b+ 70(jhj2- imi2)l c1+Jdm b- o P- o #+ g div(# )>0 (2.35)

and . ~
J -h b+7°jhj2| 1-Jm h- o M- o #+J#g div(# 1) >0, (2.36)

respectively, for the F- b and F- h-based models. We note that (2.35) and (2.36) are identical to the
Clausius-Duhem inequalities obtained by Kankanala and Triantafyllidis (2004).

2.1.8 Generalized standard materials framework

It is emphasized that the constitutive model for the dissipative MREs involve an additional po-
tential, namely the dissipation potentiakpart from the energy density wP(F,b,#, ) or wh(F,h,#, ).
In this context, the generalized standard materials (GSM) framework provides a constitutive rela-
tion connecting the dissipation (D (F,b,#, , ) and D"(F,h,#, , )) and energetic (w°(F,b,#, ) or
wh (F,h,#, )) potentials, such that (Halphen and Nguyen, 1975)

b h
@ + @. =0 or @ + @D. =0, (2.37)
@ o @ @

respectively. Notice that, the last relations holds for each individual element of . These relations

are also referred to be the Biot's relation (Miehe et al., 2011; Rosato and Miehe, 2014). Finally, the
ensemble of the Clausius-Duhem inequality (2.35) or (2.35) and the relation for generalized standard
materials (2.37) upon the application of the standard Coleman-Noll-Gurtin (Coleman and Gurtin,
1967; Coleman and Noll, 1974) arguments lead to the constitutive relations along with the evolu-
tion equations for . Finally, the key balance laws, boundary/interface conditions, thermodynamic
inequalities and the generalized standard material laws are summarized in Box 2.1

2.2 Reference con guration (Lagrangian) formulation

The reference con guration formulation considers the reference coordinate X to be the primary co-
ordinate system and thus, the referential magnetic elds B(X) and H(X) to be the primary eld
variables. In this regard, both, the balance law-based direct formulation and the energy-based varia-
tional formulations are reported in the literature (Kankanala and Triantafyllidis, 2004; Dorfmann and
Ogden, 2004; Bustamante et al., 2008). In this work we follow Steigmann (2004) in order to perform
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2.2. Reference con guration (Lagrangian) formulation

transformation of each individual balance laws in Section 2.1 into the reference con guration. Con-
sequently, the Lagrangian equivalent of the current magnetic and stress elds would be de ned at
relevant places.

Box 2.1 Balance laws and thermodynamic inequalities in the current con guration

Ampére's Law curl h=0, boundary/interface conditionn [h] =0
Absence of magnetic monopole div b = 0, boundary/interface condition n [b] = 0
Linear momentum balance dv + f=0, boundary/interface condition [ ] n+ tm =0
Angular momentum balance = T

Clausius-Duhem inequality i
|
F- b modei J -nh b+?0(jhj2-jmj2)l 1+Jm b- o P- o &+ div(# 1)>0

h i
F- h model J -h b+ 70jhj2I 1-Jdm h- o - o #+ g div(# H)>0
Generalized standard material relation

b

F- b modei @+@. =0
@ @
h

F- h modei @W+@) =0
@ @

2.2.1 Ampere's law

The in nitesimal tangent vector spdl along a closed path @ in the reference con guration is related
to its current description via Fsydl = sd*. Thus, the Ampére's law (2.1) along a referential closed
path @, is expressed to be
Z z
h Fsdl =0 ) Curl(F"h) NdA = 0, (2.38)
@59 So
where “Curl” represents the curl operator with respect to the reference coordinate X and N is the unit
normal on the in nitesimal reference surface d A. The localization of (2.38), leads to the point-wise
form of the Ampére's law, so that
Curl(F"h) = 0. (2.39)

The curl-free reference magnetic h- eld H is thus de ned to be

H=Fh, (2.40)

which is, in turn, the “pull-back” of the current h to the reference con guration. Hence, the local
Ampere's law in terms of the referential H reads

Curl H =0, 8 X 2R3 (2.41)
Similarly, the Lagrangian counterpart of the jump condition (2.4) is given by

N [H] = o. (2.42)
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Chapter 2. Balance Laws and Dissipation Thermodynamic Frameworks

The last can be derived directly by applying (2.38) along a closed line element, that has its segments
across the boundary surface. Again, no propagating surface discontinuity and no free surface charges
are considered in this case.

2.2.2 Absence of magnetic monopole

The balance law associated with the preservation of magnetic dipoles in a closed surface @/ in the
reference con guration is obtained from its current form (2.7) via substituting the Nanson's formula
nda = JF TNdA, connecting the current and referential description of an area element. The balance
of magnetic dipoles in a closed reference surface @ thus reads
Z 4
b JF TNdA=0 ) Div JF b dv = 0, (2.43)
@ Vo

where “Div” represents the divergence operator with respect to X. The arbitrariness of the reference
volume Vg leads to the local point-wise form of the last, such that

DivB=0  8X2R?®, (2.44)

where the Lagrangian magnetic eld B is de ned via the pull-back transformation

245

The Lagrangian version of the jump conditions can also be obtained via direct substitution of the
Nanson's formula into (2.8), which upon simpli cation reads

N [B] = o. (2.46)

We note that, the last can also be equivalently derived via applying (2.43) , in a “pill box”, considered
across the reference boundary surface.

One can, in principle, de ne a Lagrangian counterpart of m via postulating a de nition of the
Lagrangian magnetization per unit volume via a relation like (2.9). However, thorough investigations
of Dorfmann and Ogden (2004, 2005) show that (2.9) does not lead exactly to the same relation
between the Lagrangian B, H and magnetization upon a pull-back transformation. Rather, some
additional terms consisting F show up. Thus, in this work, we refrain from de ning any Lagrangian
de nition of the magnetization. In turn, usage of the term “magnetization” henceforth would refer
identically to the current magnetization m.

2.2.3 Linear momentum balance

The condition for mass balance in the reference con guration simply reads o = 0. The linear
momentum balance in a reference volume Vj is expressed from (2.14) via transforming the integrals
therein via expressing the current volume element to be d v = JdV and using the Nanson's formula,
so that z z z
of dV + J FTNdA=0 ) ( of + Div S)dV = 0, (2.47)
Vo @/ o Vo
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2.2. Reference con guration (Lagrangian) formulation

where Sis the rst Piola-Kirchhoff stress de ned via

29

The arbitrariness of the elementary reference volume V, eventually leads to the point-wise form of
the linear momentum balance, such that

of + Div S= 0, 8 X 2R3, (2.49)

A similar application of the Nanson's formula leads to the transformation of the jump condition
(2.17) now reads
[S] N+ Tmeh =, (2.50)

where T is the total externally applied traction on the reference boundary @. It is important to
note that T™" is the total traction vector and it is impossible to apply traction that would be equi-
libriated via the purely mechanical or magnetic stress components (McMeeking and Landis, 2005;
McMeeking et al., 2007). Nevertheless, a proper augmentation to the underlying variational princi-
ple may allow the application of “purely mechanical” external tractions (Danas, 2017). A thorough
discussion on this will be provided in the subsequent chapters.

2.2.4 Angular momentum balance

The angular momentum balance law in the reference con guration can be expressed via simply
taking moment of the linear momentum in (2.47) , with respect to the reference origin, such that
Z Z
yN of dV+ y~S NdA = 0, (2.51)
Vo @/
where y (X,t) is the position of the volume element Vg with respect to the reference origin. Applying
the divergence theorem and after thorough algebraic manipulations, we rephrase (2.51) to be
z
(yr of+y~ DivS+SF - FST)dv = 0. (2.52)
Vo
Localizing (2.52) after substituting (2.49) into it leads to the point-wise form of the angular momen-
tum balance law in the reference con guration

SF™ = FS'. (2.53)

2.2.5 Energy balance

The Lagrangian description of the energy balance law is obtained via directly rephrasing (2.21) into
the reference form, so that

4"z 4 z
at v o"dV = Voy of dV + @/Oy JF T~NdA +
4 z z
or dV - J TN qdA - p JF TNdA. (2.54)
Vo @ @ o
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Application of the divergence theorem followed by localization of (2.54) leads to the point-wise
energy balance equation given by

o"= of y+ or+Div yS- Q- p(OF 7), (2.55)

where Q = JF lq is the reference heat ux across the surface @/. Similar to the current energy
balance, the term Div(y S) can further be expanded, such that Div(yS) = y Div S+ S: Grad y =
y Div S+ S: F. Moreover, it can be shown that the reference divergence of the referential Poynting
ux Div[ p(JF T)] reduce identically to - H B (see Appendix 2.A for details). Finally, the substitution
of (2.49) into (2.55) leads to a further simpli cation of (2.55), which now reads

0"= ofr+S:F+H B- Div Q. (2.56)

In fact, one recovers (2.56) directly from its Eulerian counterpart (2.22) by substituting the pull-back
transformations (2.40), (2.45) and (2.48) of the current eld variables into it followed by simpli cation.

2.2.6 Entropy imbalance

The second law of thermodynamics postulates that the rate of generation of the speci c entropy  in
an arbitrary reference volume Vo must always remain positive. Thus, the entropy imbalance equation
in the reference con guration is given by the Clausius-Duhem inequality

°Z z Z
d

r
- o dv > %dv-

1
N =QdA, 2.57
T . 20 (2.57)

@/

where # is the absolute temperature. The last equation, upon localization leads to
o# - or+Div#1Q >0 (2.58)
We now rephrase (2.58) by substituting the heat rate or from (2.56) into it, such that
o# - o"+S:F+H B+J#Q Div # 1 > 0. (2.59)

It remains to specify the energy ", which is, in turn, identical to the internal energy of the system
in the present quasi-static case. As discussed in the context of current con guration formulation, a
natural choice for " is in terms of a energy density WB(F,B,#, ) and the speci c thermal energy #,
such that

" ];)WB(F,B,#, )+ #, (260)
where denotes a set of thermodynamic internal variables to be speci ed depending on the speci c
feature of any dissipative process under consideration. Nevertheless, one can nd the complimentary
energy density to WB(F, B, #, ) via a partial Legendre-Fenchel transformation, such that (Bustamante
et al., 2008)

WH(FEH,# )= WB(F,B,# )- H B, (2.61)
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2.2. Reference con guration (Lagrangian) formulation

which leads to an alternative expression for the speci c energy " given by

"= in(F,H,#, )+ IH B+ #. (2.62)
0 0
Thus, the substitution of (2.60) or (2.62) into (2.59) yields two different Clausius-Duhem inequalities
leading to, respectively, the F- B or F- H-based constitutive models. These speci ¢ Clausius-Duhem

inequalities for F- B or F- H-based models reads
S:F+H B- WB-  #+J#Q Div # ! >0 (2.63)

and
S:F-B H- WH-  #+J#Q Div # 1 >0, (2.64)

respectively. Again, speci ¢ constitutive relations would require the de nition of the set of internal
variables . However, the speci c choices for  will be de ned at relevant points in Chapter 4 and 6.

2.2.7 Generalized standard materials framework

The evolution equations for the individual elements of is obtained from the referential standard
material relations which are given in terms of the energetic potentials WE(F,B,#, )and WH(F,H,#, )
and the corresponding dissipation potentials, namely DB(F,B,#,Z, ) and D" (F,H,#,Z, '), which
reads, respectively,

@ + @[.? =0 and @ + @[.bl

@ @ @ @

Thus, the set of referential constitutive relations are obtained from the Clausius-Duhem inequali-
ties (2.63), (2.64) and the relation for generalized standard materials (2.65) via applying the classical
Coleman-Noll-Gurtin method. Finally, Box 2.2 provides a summary of the balance laws and thermo-
dynamic inequalities.

Box 2.2 Balance laws and thermodynamic inequalities in the reference con guration

Ampere's Law Curl H =0, boundary/interface conditon N [H] =0
Absence of magnetic monopole Div B= 0, boundary/interface condition N [B] = 0

Linear momentum balance Div S+ of = 0, boundary/interface condition [S] N + Tmech = Q
Angular momentum balance SF" = FST

Clausius-Duhem inequality

F- B modef S:F+H B- WB- , #+J#Q Div # ! >0
F- H model S:F-B H-WH- o #+JQ Div #1! >0

Generalized standard material relation

F- B modei @ +@E.§:O
@ @

F- H modei ow + ou =0
@ @
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Appendix 2.A. Divergence of the Poynting vector

This appendix provides a derivation for the relation Div[] JF Tp] =- H B, wherep=(x b) his
the Poynting vector. Firstly, Div[ JF Tp] is expanded, such that

Div[JF Tp] = Div[JF "] p+ JF T :Grad p. (2.A.1)

We notice that Div[ JF T] = 0, whose proof is discussed in the following. Prior to the proof, we

rephrase JF T, so that

. @J
JFT==" 2.A.2
@ ( )
Furthermore, the expression of Jis given by the index notations, so that

1
J= g ik par YipYiaYkr (2.A.3)

where represents the permutation symbol and ym n = @y =@X = Fun -
Divergence of@J= The tensor @J=FRis readily evaluated from (2.A.3), such that

™

@J 1
@F. = 5 mk  nar YiaYkr - (2.A.4)

In turn, Div( @J=F» can be computed by taking the divergence on both sides of the above equation,

such that

. ‘ _ ™
@ 1

OF =5 mk nor Yian Ykr T mik  nar YjiqYk,m
n n

By interchanging the dummy indices in the previous equation, one gets the desired divergence-free

result . ¢ _ ™
@J 1

OF =5 mk Yig nar Ykm - ngr Yk = 0. (2.A.5)
n n

Hence, substituting the last into (2.A.1) we obtain
DiV[JF Tp] = JF T :Grad p = JF T : (grad p)F = Jr(grad p) = Jdiv p. (2.A.6)
Notice that div p is given by (2.23), so that
Div[JF Tp]=[h b- (h b)]:I- h b. (2.A.7)
Finally, substituting (2.45) and (2.40) into the last and simplifying we obtain
DivV[JF Tp]=- H B. (2.A.8)

Notably, (2.A.6) leads to an important relation between the divergence of the referential and current
Poynting vectors taken with respect to X and x, respectively.
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Chapter

3
I Ferromagnetic Hysteresis Model

Chapter summary: We propose two equivalent, thermodynamically consistent, rate-independent, three di-
mensional models for ferromagnetic hysteresis in Ibodnd b variable spaces. Constitutive choices for the
independent internal variables are done via proposing additive decompositions of the friarahp elds,

each into energetic and remanent parts. In turn, the models are proposed in terms of energetic and dissipation
potentials, those are the functions of primary and internal variables by using a relatively small number of model
parameters that is capable of being implemented in a general incremental numerical setting. The dissipation
process occurring during magnetization/demagnetization is described by a power-law potential, which leads to
rate-independence at a certain limit of the rate-dependent exponent. Two limiting conditions, under which the
hysteresis models yield non-dissipative magnetization responses are discussed thereafter. Finally, the proposed
h and b-based model parameters are computed via tting the model response to the experimental data. The
proposed models show very good agreements with the experiments for spark plasma sintered NdFeB magnets
and also for commercially-available melt-spun NdFeB ribbons and powders.
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As discussed in the introduction, the h-MREs with NdFeB patrticles exhibit rate-independent hys-
teresis behavior, which is, in turn, a dissipative phenomena. Hence, this chapter is devoted towards
developing an isotropic ferromagnetic hysteresis model in terms of the energetic w' and dissipation
D' (i = b,h) potentials. No effect of mechanical deformation is considered herein. We start from the
Clausius-Duhem inequalities and the relations for generalized standard materials provided in Chap-
ter 2 and propose speci ¢ energetic and dissipation potentials to obtain the desired model features.
Both, h and b-based models are proposed hereby. We rst propose a model by considering h to be
the primary variable followed by a b-based model.
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3.1 Hysteresis model based on h

Air and other magnetically inert media with no magnetization, are typically modeled by a linear
constitutive relation b = yh. The constitutive relation for magnetically soft iron with no signi cant
hysteresis is typically given by an inverse sigmoid function like the inverse Langevin function or
the inverse hyperbolic tangent function or any combination of them (Danas, 2017). In turn, the
constitutive modeling of hard magnets that dissipate energy via hysteresis is not straightforward.
The following discuss a step-by-step approach towards modeling the hysteresis response of hard
magnets by considering h to be the primary variable.

3.1.1 Choice of the internal variable

The identi cation of the internal variable is carried out after an additive decomposition of the local
h eld into an energetic and a remanent part, such that (Linnemann et al., 2009; Miehe et al., 2011)

h=he+hr, (3.1)

where the superscripts “e” and “ r” represent the energetic and remanent components, respectively.
It is emphasized that the choice of internal variable is constitutive and thus, one can, in principle,
choose either the energetic or the remanent component from (3.1). Nonetheless, to be consistent with
the dissipative continuum electro-magnetism literature (Huber and Fleck, 2001; Landis, 2002; Klinkel,
2006; Miehe et al., 2011), this work considers h" to be the internal variable while leaving h€ as a
“derived” quantity to be determined from the primary variable  h and the internal variable h'.

3.1.2 Constitutive relations

Given the energy density function w" (h,h") and assuming further no mechanical deformation ( F = 1)
and steady (# = 0), isothermal magnetization process (q = 0) the Clausius-Duhem inequality (2.32)
can be rephrased, so that

-b h- w">o. (3.2)

Expanding w" in terms of its arguments followed by rearrangements lead to

- b+@ h- o

@ ar >0 (3.3)

Since h is the primary variable then can vary arbitrarily, the standard arguments of the Coleman-
Noll-Gurtin (Coleman and Noll, 1959; Coleman and Gurtin, 1967) approach suggest that, in order to
hold the inequality (3.3) for all h, the coef cient of h must vanish, leading to the constitutive relation

aw
@

b=- (3.4)

The remaining term in (3.3) therefore reads

b" h" >0,  with b =- (3.5)

26



3.1. Hysteresis model basedlon

where the remanent b- eld b' is the energetic work conjugatef h'. In turn, the constitutive relation

(2.37) for generalized standard materials with this speci ¢ choice of h' reads
h
v, @ _, (3.6)
@ ar

where D" (h,h", hr) is the speci ¢ choice for the dissipation potential for the present h-based model.
Furthermore, substituting (3.5) , into (3.6) leads to the familiar form of dissipation inequalityin the
context of standard material models, given by

@ prso with b=P®
@r @’

(3.7)

Evidently, (3.7), imply that the remanent b" is also the dissipation work conjugatef h', which is a
crucial observation as will be referred back to in the subsequent sections. Moreover, in order to the
dissipation inequality (3.7) ; hold, D" (h,h",h") must be a convex function of h, .

An additional desirable property of w"(h,h")and D" (h,h", hf) in the context of modeling isotropic
ferromagnets at negligibly small strains and rotations is, hamely, an even magnetic response un-
der the reversal of the loading direction. This property is ensured via satisfying the conditions
(Kankanala and Triantafyllidis, 2004)

wh(- h,-h")=w"(h,h") and D"(- h,- h",- h")= D"(h,h",h"). (3.8)

Of course, additional constraints on these energy functions are further imposed during the propo-
sition of a nite-strain coupled magneto-mechanical model (Kankanala and Triantafyllidis, 2004;
Dorfmann and Ogden, 2004). A detailed account on such constraints/properties on/of w" and D"
will be provided in the subsequent chapters.

3.1.3 Choice of potentials

This section provides the speci ¢ functional forms for w"(h,h") and Dh(h,hr,ﬁf) that would es-
sentially lead to a rate-independenterromagnetic switching surface model. This particular model of
hysteresis considers the magnetization to be separated in two distinct regimes, namely, the energetic
and switching regimes, which, in turn, are determined by the switching criteria obtained from D",
Speci cally, the model considers a linear magnetization response while the state of local magnetic
eld is prior to switching, whereas a saturation magnetization response is considered when the
switching criteria is satis ed.

Energy density w" : The aforementioned considerations leads to a natural choice for the additive
decomposition of the free energy density w"(h,h") into an energetic and a remanent component,
such that, (Klinkel, 2006; Linnemann et al., 2009)

wh(h,h") = wh(h- h")+wh (h"). (3.9)

Notice during the energetic response (i.e., for a non-evolving h"), only w evolves in (3.9), whereas,
both w! and w' evolve during the switching regime.
Owing to the aforementioned observations along with satisfying (3.8) ; as well, a natural choice
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for w is quadratic in terms of (h- h"), such that (McMeeking and Landis, 2002; Landis, 2002; Klinkel,
2006; Linnemann et al., 2009)

e

with- h)=- -

(h- ") (h- h")  with e= 1+ °©), (3.10)

where € and € are, respectively, the energetic permeabilitsnd energetic susceptibilitpf the magnet.
The choice of the remanent potential, by contrast, is not straightforward. A typical remanent potential
for the switching surface model consists of a quadratic part in h, along with an additional non-
guadratic term in h; such that (Klinkel, 2006; Linnemann et al., 2009)

U <
e S)2 Ha Lo
h — o(m®)* ., jh'j
w(h") = 7hr h" + ——f el (3.11)
where m® and are the saturation magnetization and magnetic susceptibility of a permanent magnet,
respectively. Inverse saturation-type functions are typically employed as f" for the modeling the
saturation-type magnetization response of hard magnets (Huber and Fleck, 2001; McMeeking and
Landis, 2002; Landis, 2002; Klinkel, 2006; Linnemann et al., 2009; Miehe et al., 2011; Rosato and
Miehe, 2014; Bottero and Idiart, 2016). In turn, f" is de ned to be a linear combination of three
suf ciently smooth functions, so that
o _hrj( )@ )@

. <
_ jh'j - _
s = (0) e with (=1, ()5, (3.12)
=1 =1

where f, ) are the weight parameters that sum identically to 1. A set these three f( )(jh"j=m®) along
with their rst derivatives with respect to their arguments is provided in Table 3.1.

Table 3.1: Different inverse saturation functions used in the remanent potential (3.11)

fOghTj=m®) (FO) % =)
_ a ™
i, ih' ih" j=m®
1 Iog 1 ms + ms 1- jhrj:mS
— ™
2 - iIo cos§—Ma Etang—jhja
299 2ms 2ms
o0 < § a § a~ § a
jh'j -1 Jhj jh'j -1 Jhj
3 - 1- e tanh ™ log F+ 1 tanh Py

Notice that all the f( ) in Table 3.1 reduce identically to jh"j2=2(m¢)? in the limit of jh"j! 0. Conse-
quently, one obtains the identical initial slopes of ( f( ))°for all three functions in Table 3.1. Moreover,
in the limit of jh"j=m® ! 1, all these functions identically approach +1 , although, at different rates.
Finally, the local primary and remanent magnetic elds are obtained via substituting (3.9) into, (3.4)
and (3.5), which yields, respectively,

oM® o jhj hr

— e(h. h' r—_ ep. _
b= °h-h) and b h e

(3.13)
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The magnetization m can therefore be obtained via substituting (2.9) into (3.13), so that
m= ¢h- ( ¢+ 1)h". (3.14)

In turn, it is observed from (3.14) that m is given by m =- h' for “ideal” ferromagnets having € = 0.
Nonetheless, most of the permanent magnets existing in nature exhibit a € 6 0.15. Hence, the
remanent eld h" may be considered to be a “magnetization-like” variable in the context of h-MREs.

Dissipation potential D" : It remains to obtain the evolution equation for h", which is, in turn,
obtained via the generalized standard material relation (3.6). A convex dissipation potential that also
satis es (3.8), is therefore de ned in terms of a power law in  jh'j, such that (Danas et al., 2012a)

bchro 'jhrj~P+1
p+1 ﬁ?

D"(h") = , (3.15)
where b° is the coercive eld of the magnet and h is a reference rate of evolution of h'. The
rate sensitivity exponent p in (3.15), for the speci c value of p = 1 leads to a linear viscosity-type
magnetization response, whereas, a dry friction-type rate-independent response is obtained for p = 0.
The dissipation potential (3.15), by virtue of its convexity, admits to an explicit Legendre transform
with respect to h", which in turn leads to its conjugate dissipation potential given by

bcll]ro .jb’j~q+l

=t (3.16)

h ry —
D @)‘q+1 be

where the rate sensitivity index q = 1=p. Thus, a rate-independent response is obtained from (3.16)
for the special case ofg = + 1 , which leads to the de nition of a ferromagnetic switching surface
given by (McMeeking and Landis, 2002; Landis, 2002; Klinkel, 2006; Linnemann et al., 2009; Miehe
et al., 2011)

h.=p" b - (b°? = 0. (3.17)

Finally, the evolution equation for h' is obtained via de ning the associated switching rule

.h@h

hr =" G

(3.18)

where the switching multiplier is given by . Thus, during a cyclic loading, the evolution of h' is
obtained via (3.18) along with the associated Kuhn-Tucker conditions, whichread ~ = 0if <0 and
">0 if = 0. To solve (3.18) incrementally, we employ an implicit radial return-based algorithm,
which was originally proposed by Ortiz and Simo (1986) in the context of mechanical plasticity.

A number of representative m - h hysteresis loops obtained from the proposed switching surface
model is shown in Fig. 3.1. Speci cally, Fig. 3.1a shows the “ideal” hysteresis loops with a vanishing
e for different choice of the inverse saturation function ", de ned in terms of setting f]l) =1, ﬁz) =
1 and ff) = 1. Here we apply a fully reversed ramp-type cyclic loading along the e; direction, so
that h = he; and consequently the resulting magnetization is obtained to be m = me;. Notice from
Fig. 3.1a that during the initial loading m remains identically zero until the state of remanent b"
hits the switching surface at h = b= 4. Furthermore, the initial switching susceptibility and the
saturation magnetization m° remain the same for any choice of Iﬂ ). In turn, the coef cients f] )
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Figure 3.1: Hysteresis loops of (a) “ideal” magnets with € = 0 and (b) actual magnets having € > 0.
Comparison of the hysteresis loops for = 5, b° = m® and three distinct choices of f" de ned by ﬁl) =
1, ff) = land f) = 1 are shown herein.

control the “rate” of magnetic saturation as a rapid saturation is observed in Fig. 3.1a for I(f) =
1, whereas, the saturation is more gradual for the choice ﬁl) = 1. Notice that the term “rate of
saturation” indicates how fast the magnetization response saturates with increasing h and has no
explicit relation with the time in the context of this rate-independent model.

Indeed, the natural rare-earth magnets exhibit slightly “inclined” hysteresis loops having €>0
as shown in Fig. 3.1b. We note that all the features of Fig. 3.1b remain identical to Fig. 3.1a, except the
initial energetic magnetization with a susceptibility €, which, in turn, leads to an overall inclination
in the resulting hysteresis loops. The hysteresis loops in Fig. 3.1 are depicted for the illustration of
the model features and thus, computed for arbitrary model parameters ¢, , b°. Model parameter
identi cation via tting with experimental responses will be provided in the next section.

3.1.4 Limiting cases

The dissipative hysteresis model de ned in terms of the potential energy (3.9) and the switching
surface (3.17) leads to non-dissipative responses under a couple of limiting conditions, namely (i)
b°! +1 and (i )b°! O.

(i) Thelimitof b°! +1 : Under this limit the switching surface radius becomes +1 resulting in

<0 for all possible loading paths. Consequently, following the Kuhn-Tucker conditions, ~ vanishes
identically, leading to h' = 0. Thus, the dissipation potential (3.15) vanishes in this limit, leading to a
linear magnetization response in h having a slope € (see Fig. 3.2a). Moreoverm vanishes identically
in this limit for any non-magnetic media having € = 0. Hence, as shown in Fig. 3.2a, for € = 0,
in the limit of b®! +1 one recovers the magnetic constitutive relation in any non-magnetic media,
givenby b= gh.

(i ) The limit of b° ! 0: The limiting response of the hysteresis model under b® ! 0 is rather
involved. We observe that (3.15) also vanishes in the limit of b® ! 0, thus, resulting an energetic
response. Consequently, the switching surface (3.17) now leads tob" = 0. Therefore, the remanent
eld h" no longer remains independent of h, rather, is expressed explicitly in terms of h, so that
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(3.13), now reads .« <
h o jh"j h'
ey _ —_ fh Jgrro
a+ °) — f i (3.19)
Notice that here the direction of h and - h" becomes identical for the present choice of isotropic
magnets. Inverting (3.19) we obtain the expression for h", such that

§ a
h' — h -1 e JhJ h
= ¥ 1 1+ ) me i (3.20)
The potential energy (3.9) in this particular limit thus reads
° a~ 5 ° § a~
h (Y — m° cpa. jhj o(m®)*cp en Q. jhj
wh(h)y=- ¢© L+ 20 A1 1+ e = hhe O y 1 o1+ o . (62D

This potential energy, in turn, leads to a non-hysteretic saturation magnetization response. In this
context, the experimental observations (Danas et al., 2012b; Bodelot et al., 2017) dictates that the
saturation magnetic response of non-dissipative soft magnets exhibit no magnetic susceptibility after
the saturation is achieved (see Fig. 1.2a). Thus, we set the energetic susceptibility € = 0 in this
limiting case, which simpli es (3.21), so that

. . (
ihj

_ 0 o(m®)?
wh(hy=- -2h h- =2 ¢g" e

5 , (3.22)

where the nonlinear energy function is now denoted by g, which is, in turn, a function of  jhj=m®,
such that T T . . 'h'(~
h N _ oen0o NNy enal g N
¢ = 9 g B 9 = (3.23)
Indeed, the function fh 0computed from " given by (3.12) cannot be inverted in a closed form. Con-
sequently, no simpli ed expression for g" can be obtained for a general f". Nevertheless, evaluating
g % from (3.23) we obtain a straightforward relation between g" %and fh 0given by

< ° <
- o
g" #% = (Y 1 #%. (3.24)

Thus, the magnetic b- eld evaluated in this limit is obtained via substituting (3.22) into (3.4), so that

b - - (~
ihj
mS

b= o h+m (") ?

R ¢
) m = ms(fh 9 ? hj

- (3.25)

Hence, it is proved that a remanent potential that employ the inverse saturation-type potential char-
acterized by f", in turn, leads to a saturating magnetization response (jmj! m®) following ( f" 0) Lin
the limiting case of b° = € = 0. Moreover, three special choices for ﬂ) = 1lwith j = 1,2 0r 3leads to
the three distinct and readily invertible f°functions, which are listed in the third column of Table 3.1.
Thus, both g" and ¢" %can be expressed explicitly in such special cases, which are listed in Table 3.2.

It is emphasized that such explicit form of the saturation-type potential energy (3.22) and the
expressions forb and m in (3.25) cannot be obtained for any arbitrary choice of the remanent potential
wl'. Rather, the specic choicen (3.11) eventually leads to the saturation-type energetic limiting
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response. Moreover, some of the inverse-sigmoid functions (not listed in Table 3.1) are not invertible
explicitly to a closed algebraic form. Thus, one should treat the functions in Table 3.2 to be the special
cases of the general dissipative framework, that, in turn lead to the “familiar” saturation functions.

Table 3.2: Expressions for g" and g"°

Choice of |, g" ( jhj=ms) g" " jhj=m®)
_ a ™
(1) = ﬂ - ﬂ L:rns
h — Iog 1+ S ms 1+ JhJ:mS
oo 1, "hi? 2 5 i’
) _ -1 n 2 ny -1 N
b tan 5ms s 32 log 1+ e tan 5 T
. o g @
513) = log cosh I{% tanh :nlsj

A comparison of the full hysteresis model having b® = 0.1 ym® with the corresponding ener-
getic approximations for E) = 1with j = 1,2 or 3 is shown in Fig. 3.2b. Consequently, we infer
from Fig. 3.1a and Fig. 3.2b that the “ideal” hysteretic m - h response can be regarded as a “de-
layed magnetization”, where the initiation of the magnetization/demagnetization is dictated by the
coercive eld b° of the magnet. The ideal hysteretic response Fig. 3.1a eventually coincides with the

non-dissipative saturation magnetization response in the limitof b°! 0.

(@ )
b = +o0 b/ 1o = 0.1m?
xX°=0
e —= ()X
w X w
£y - £y .
= x¢=0 = —— Hysteresis
model
| - -- Energetic
model
-1 , , , -1 , ,
2 0 2 2 0 2

Figure 3.2: Model response in the two limiting cases (a) b° = +1 and (b) b°® !
two representative €, while the parameters

0. (a) Model response for

and m® remain inconsequential. (b) Saturation magnetization

response for ¢ = 0, = 5and three distinct choices ﬁl) =1, ff) = land ff) = 1 and comparison with the

corresponding energetic models given by (3.22) and Table 3.2.

Remark 3.1. A number of reported models for the s-MREs employ a potential w" ( jhj=m®) that leads
to the Langevin-type saturation magnetization response (Lefévre et al., 2017; Danas, 2017; Psarra

et al., 2019). The Langevin saturation function reads

.h.(
. dhi

<
_ jhj
s = coth 3 i
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We observe that (3.26) is not invetible in a closed from. Thus, we refrain form de ning a f, such that
fO L-1inTable 3.1. Nevertheless, as observed in the following model tting section, (3.12) provides
a suf ciently rich set of functions to model the major hysteresis loops of the NdFeB magnets.

3.2 Hysteresis model based on b

The equivalent b-based model is proposed herein. The “structure” of the constitutive modeling is
allowed to remain the same, i.e, starting from choosing an internal variable, followed by obtaining
the constitutive relation from the Clausius-Duhem inequality (2.29) via applying the Coleman-Noll-
Gurtin method. This will be followed by the proposition of the specic forms of wP and DP. In
this section we would use the same model parameters de ned in the preceding section except one.
Speci ¢ details if such difference will be provided at relevant places.

3.2.1 Constitutive relations

We rst propose an additive decomposition to the primary b eld into an energetic and a remanent
part, so that
b=Db®+b". (3.27)

It is emphasized that in this model b'" is an independent internal variable and thus, should not be
confused with same notation used in the previous section, where b" was used to denote the work
conjugate of the remanent internal variable h'. Hence, b" de ned here is not an energy conjugate to
h" de ned in the previous section. Therefore, the internal variables should be treated independently
in the h and b-based models. Subsequently, the Clausius-Duhem inequality for a non-deformable
magnetic solid in isothermal, steady state is obtained via simplifying (2.29), so that

h b- w°>o. (3.28)

Expanding w® (b, b") in terms of its arguments followed by the rearrangements lead to

h- QW b - ow

@ @'

b > 0. (3.29)

Consequently, the standard arguments of the Coleman-Noll-Gurtin approach leads to the constitutive
relation

h= %‘f. (3.30)
Subsequently, the Clausius-Duhem inequality (3.29) reads
h" b">0  where h'=- %‘)’?. (3.31)

is the energetic work conjugatef b". Again, the conjugate internal variable h" de ned in (3.31) is not
related to the h' of the h-based model. The dissipation inequality therefore yields from (3.31) via
substituting the constitutive relation (2.37) for generalized standard materials (with b"), such
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that ) )

D prso =P (3.32)
@' @'

which, in turn, imposes the convexity condition on Db(b,br,bf) in terms of b'. Furthermore, the

condition for even magnetization along the loading direction imposes further constraints on  w® and

DP, which read, respectively, (Kankanala and Triantafyllidis, 2004)

wl(-b,-b")=wP(b,b’) and DP(-b,-b",-b")=DP(b,b",b"). (3.33)

Speci ¢ functional forms for the potentials wP(b,b") and D?(b,b", bf) those satisfy the constraints
(3.32) (speci cally on D) and (3.33) are provided in the following.

3.2.2 Energy functions

The speci ¢ functional choices for w” (b,b") and D (b,b", b’) proposed here resemble closely to (3.9)
and (3.15), respectively, except the arguments. In turn, the model parameters are kept identical to
the h-based model except the inverse saturation function parameters ( ).

Energy density w® : Following (3.9) the full energy density wP(b,b") is decomposed into the
energetic and remanent contributions, so that (McMeeking and Landis, 2002; Landis, 2002)

wP(b,b) = wB(b- br)+ wP(b). (3.34)

As observed in Section 3.1.3, in the energetic regime, with no evolution of the internal variable ( b’
in the present case), the magnetization response is linear in h de ned by the linear slope €©. A
complementary energy to the quadratic energy function w!(h- h") can therefore be obtained via the
Legendre transform of (3.10) with respect to h€, such that

Wl (b- b= zie(b- b') (b- b). (3.35)
In the switching regime, in contrast, the magnetization response is non-linear and dictated by the

remanent potential. Thus, no attempt is made to transform the full energy (3.9) in the case of a
switching response. Instead, w? (b") is proposed to be

. <
.
wP(b') = - Zieb' b+ e(me)z L g anis . (3.36)

Notice that here we utilize the same modeling parameters €, and m® in (3.36). However, the inverse
saturation function is now given by P (jb"j= €ms), which is de ned to be

aops € NG ¢ oy € NG
fo ‘Enis =7 (%0 7{?”{5 with (V=1 (>0 (3.37)
=1 =1
where the set of f( ) with = 1- 3is de ned in Table 3.1 is employed here, of course, here with

a different argument. Thus, the only set of new parameters introduced herein are f) ) ( =1- 3.
Nevertheless, (3.36) ensures that the switching magnetization response has the same susceptibility of
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and saturation magnetization ms. However, the function f° that dictates the rate of saturation of
the m - h response, is now different from the h model.

Eventually, the expressions for the full and remanent h- elds are obtained via substituting (3.34)
into the constitutive relations (3.30) and (3.31),, respectively, such that

° <
1 1 1+ o jb"j b"
h=—(b- b") and h'=_"b- me ¥ g ’en{S Tt (3.38)

The expression for m is obtained subsequently by substituting (3.38) ; into (2.9), which leads to

m=L(eb+br). (3.39)

We note that for an “ideal” magnetic switching response (i.e., € = 0), the magnetization reads simply
m = b"= 4. Hence, in analogy to the h model, here also the internal variable b" can be regarded as
the “magnetization like” variable.

Dissipation potential DP : In analogy to the h-based model, the dissipation potential DP® is
de ned herein to be a power law in jb"j that satisfy the conditions (3.32), and (3.33),, such that

bchro. Jer ~D+l
p+1 epo

DP(b") = (3.40)
which, in turn, leads to a linear viscosity-like switching response for p = 1and to a rate-independent
magnetic switching response for the limiting case of p = 0. The conjugate to the convex potential
(3.40) can subsequently be obtained via a Legendre transform of (3.40) with respect tob". Straight-
forward algebraic manipulations thus lead to the conjugate potential to DP, which reads

bcﬁro ° ejhrj~q+ 1

1
g+1 b° ' '

D (h')= with g =

(3.41)

Finally, is is noted that in the rate-independent limit, i.e., q! +1, (3.41) eventually reduce to a
ferromagnetic switching surface de ned via (Landis, 2002; Klinkel, 2006)

b= (e2pr hr- (KF)2 = 0. (3.42)

The rate-independent evolution equation for the remanent eld b" is hence proposed in terms of the
associated switching rule that ensures maximum energy dissipation (Lubliner, 1986), so that

.b@b

br =" G

(3.43)

where "? is the switching Lagrange multiplier that must satisfy the Kuhn-Tucker conditions given
byi) P=0if P<0andii) ® >0 while P =0, i.e., during the magnetic switching response.
Again, the incremental solution of (3.43) is carried out via employing the classical radial-return-type
implicit backward Euler method. The solution algorithm will provided in the following chapter.

In turn, the features of the b-based model response remain identical to those shown in Fig. 3.1,
except the rate of saturation, which becomes different for this model. Nonetheless, quantitative
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estimates of the coef cients S), with j = 1,2 and 3 will be provided in the following section where
the best t to the experimental data would be investigated.

3.2.3 Limiting cases

The two limiting cases, namely, (i) b°! +1 and (i ) b° = 0, as discussed in Section 3.1.4, lead to non-
dissipative magnetization responses. The limiting case (i ), in turn, leads to the linear constitutive law

h = b= ¢, which is identical to the one obtained in Section 3.1.4. The second case, on the other hand,
leads to a saturating magnetization response for € = 0. Carrying out a similar set of manipulations
as presented in Section 3.1.4, we obtain the potential energy in the limiting case (ii ) to be

L4 <

21+ jbj

1
b - = _ S
w”(b) = 5 Ob b- o(m®) 9 I3 el (3.44)
where the functional form of g¢° remains identical to (3.23), so that
o < o < ° ° (~
b joj _ pag ibj o) PP W ibj
¢ e = 9 o 1 o O 9 o (3.45)

Again, the speci c choices of E) )= 1, where = 1,20r 3leads to a closed form representation of the
functions g° as provided in Table 3.2.

The limiting case (i ) response matches identically to Fig. 3.2a, whereas a qualitative agreement to
Fig. 3.2b is achieved for the limiting case (ii ). Of course, by construction, the magnetic susceptibility
and the saturation magnetization for case (ii ) remains identical to the magnetization response in
Fig. 3.2b. However, the rate of magnetic saturation becomes different in the present b-based model.
Thus, the hysteresis loop shape parameters fj ) are expected to be different from its counterparts in
the h-based model.

Remark 3.2. The b-based constitutive models of the s-MREs often employ a different magnetic sus-
ceptibility, dened via b = =(1+ ) (Ponte Castafieda and Galipeau, 2011; Galipeau and Ponte
Castafieda, 2013; Danas, 2017; Psarra et al., 2019). Nevertheless, in this text we refrain from de ning
two different susceptibility measures for clarity.

3.3 Model tting with experiments

This section is devoted towards the model parameter identi cations via tting it to the experimentally-
obtained m - h hysteresis loops of NdFeB magnets. Till date, a handful of experimental data is avail-
able they report the major hysteresis loops of bulk and powdered NdFeB magnets (Périgo et al., 2012;
Deng et al., 2015; Huang et al., 2016b). In particular, we estimate the model parameters by tting
the model response with the measured hysteresis loops for (a) isotropic NdFeB powders (Deng et al.,
2015) and p) spark plasma sintered, isotropic NdFeB bulk magnets (Huang et al., 2016b). As reported
in these experiments, the magnetization/demagnetization responses remain rate-independent while
loading at a low-to-moderate frequency (up to 1 kHz), which is, in turn, well above the working
loading/unloading frequencies for the h-MREs (Linke et al., 2016; Kalina et al., 2017; Kim et al., 2018;
Zhao et al., 2019; Sitti and Wiersma, 2020).
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3.4. Concluding remarks

Table 3.3 provides the estimated model parameters, which are obtained via tting the model pre-
dictions with the experiments of Deng et al. (2015) (Table 3.3.1) and Périgo et al. (2012) (Table 3.3.2).
Notice that the general model parameters remain the same for the h and b-based models, while the
tted shape parameters ﬁ ) and t(J ) differ considerably.

Table 3.3: Model parameters for NdFeB magnets

3.3.1NdFeB powder 3.3.2Sintered NdFeB
Gen. parameters h model b model Gen. parameters h model b model
© = 0.105 W=10 P=o0 e = 0078 W=05  W=o00
= 8.0 @=00 P=o01 = 45 @=-=05 ©P=03
m® = 0.67 MA/m ®=00 P=09 | m =068MAmM ®=00 P=o07
b°=0845 o T b°=130,T

Here we employ a least square-based curve tting algorithm Isqcurvefit of MATLAB (2017) ,
which — given a proper initial guess — is very ef cient in estimating the optimal tting parameters.
The tted h and b models with these experimental data are shown in Fig. 3.3, where we observe an

(a) : (b) ,
1te Experiment, 1 o Experiment, >
Deng et al. _e» Huang et o /
(2015) 2o16) 4
3 3
5 0f = 0f
5 g
h model ¥ —h model
_1 " — b model _1 | ———b model
-2 -1 0 1 2 -4 -2 0 2 4
h (MA/m) h (MA/m)

Figure 3.3: Experimental m - h response of (a) NdFeB powder (Deng et al., 2015) and (b) spark plasma sintered
NdFeB magnet (Huang et al., 2016b) along with the tted rate-independent h and b models.

excellent agreement between these two. Moreover, as discussed in Section 3.2.2, thd model is pro-
posed in such a way that it coincides with the h model in terms of the initial energetic and switching
magnetization slopes, coercive eld and saturation magnetization. However, the inverse saturation
function emerging from the remanent potentials differ in these models terms of the difference in ﬂ)
and g), whose tted values (rounded-off after the rst decimal place) are given in Table 3.3.

3.4 Concluding remarks

Two equivalent thermodynamically consistent, rate-independent ferromagnetic hysteresis models
considering h and b to be the primary variables are proposed. Suitable choices for the remanent
internal variable are made independently in both of them. The number of parameters in the model
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Chapter 3. Ferromagnetic Hysteresis Model

has been kept relatively small, while making it rich enough to capture different rates of magnetic
saturation. Both the models are shown to be leading to the non-hysteretic, saturation-type magne-
tization models in the limit of b ! 0. Finally, we nd the model to capture considerably well the
measured major hysteresis loops of NdFeB powders and sintered NdFeB magnets.

To this end, the developed ferromagnetic switching surface framework does not capture the ini-

tial magnetization response and minor hysteresis loops, which arise during a partially-reversed cyclic
loading. Nevertheless, these effects can be incorporated in the present switching surface framework
via proposing suitable phenomenological evolution laws for the coercive eld b° in terms a set of
history-dependenparameters that take care of the whole loading/unloading history of the material.
A proposal for such history-dependent phenomenological evolution laws of b° for the h-based model
and subsequently, the probe of the evolving switching surfacenodel performance against the exper-
imental data, are provided in Appendix A. Similar evolution equations can be proposed mutatis
mutandisfor the b-based model.
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4
II\/Iicroscopic Model and Numerical
Homogenization

Chapter summary : An incremental numerical homogenization scheme for dissipative, hard-magnetic magneto-
elastic composites is proposed herein. The microstrucutre of the two-phase composite is considered to be uni-
formly distributed spherical inclusions in a matrix, so that the statistical isotropy of the microstructure is
ensured. An incremental variational principle is framed subsequently, that is employed to carry out the nu-
merical homogenization computations. The variational principle is augmented thereafter in order to capture
the magneto-mechanical coupling arising exclusively due to the particle rearrangements and particle rotations

in the composite, without any macroscopic shape-effect. Besides the details of nite-element computations and
local evolution algorithm for the internal variables, an account on the application of augmented potentials are
also provided. Finally, the numerically computed effective magneto-mechanical responses along with the mesh
convergence studies are presented.
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In this chapter we develop an incremental numerical homogenization framework for the isotropic
h-MREs which is, in turn, a two phase composite having hard magnetic particles inside a soft elas-
tomeric matrix. As discussed in Chapter 3, the soft magnetic response can be obtained as a limiting
case of the dissipative hard magnetic models. Therefore, here we propose a numerical homogeniza-
tion method for the h-MREs, whose limiting cases, those are relevant to the s-MREs, will also be
provided therein. In this chapter, we follow Miehe et al. (2002), where an incremental numerical
homogenization framework for the dissipative elasto-plastic composites is provided. We recast the
same formalism for the dissipative magneto-hyperelastic two phase composites. The numerical real-
ization of this incremental homogenization problem will be discussed thereafter. We start by de ning
the microstructure and properties of the individual phases therein.

4.1 De nition of the microstructure

We consider a macroscopic MRE sample' occupying a reference material volume Vo comprising nu-
merous representative volume elements (RVEs) V4, so that Vi Vo (see Fig. 4.1). Thus, a complete

(a) Boundary value problem (b) Periodic RVEs (c) RVE

Matrix
/

Particle
0%

Figure 4.1: Schematic diagram of (a) macroscopic boundary value problem involving a MRE sample in air
having a reference volume Vg, (b) periodic arrangement of the statistically identical RVEs with polydisperse
spherical inclusions and (c) a RVE occupying a reference volume V’g and boundary @/g.

separation in the length scales between V, and Vi is assumed in the case of MREs. Moreover, the
RVESs are assumed to situate far from the macroscopic boundary @/, on which, the macroscopic dis-
placement and traction boundary conditions are applied (see Fig. 4.1a). Furthermore, a slowly varying
microstructure is assumed, such that, as shown in Fig. 4.1b, the neighboring RVEs remain identical.
It is emphasized that the RVESs must be rich enough to re ect the proper material proportions at the
macroscale. Also, the distribution of the inclusion phases remains an important property of the RVE.
Nevertheless, assuming a comprehensive representativity, the magnetic particles are considered to be
occupying a reference volume V#p, whereas the elastomeric matrix phase occupies a volume of V& _

1in a general discussion, we drop the pre xes s- and h- while referring to the MREs.
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4.2. Local constitutive model

such that V4 = Vgp [ V& (see Fig. 4.1c). Consequently, the particle volume fraction c is de ned via

= Vgp 4.1
°= Vi (4.)
We henceforth denote the quantities/properties associated with the particle and matrix phases by the
subscripts “p” and “ ni', respectively. Motivated from the observed microstcuctures of the isotropic
MREs in Fig. 1.1, the microstructure for RVE computations are de ned to be a cubic volume having
sides of length *% (so that Vi = ('#)®) in the reference con guration, where the spherical inclusions are
uniformly distributed in the matrix phase (see Fig. 4.1c). Moreover, these inclusions are considered
to have several families, all of whose members are uniformly distributed in the cubic RVE, so that
the statistical isotropyis ensured. Speci ¢ algorithms to generate such microstructures are discussed
in Section 4.7.1.

In addition to the de nition of the microstructure, it remains crucial to select a modeling frame-
work, which must be straightforward to implement and also would lead to less expensive numerical
computations. A complete account on the modeling framework selection and the specic ener-

getic/dissipation energy functions associated with it are discussed in the following.

4.2 Local constitutive model

This section provides a microscopic constitutive model for the h-MREs in terms of energetic and
dissipation potentials. A specic choice for the microscopic modeling of the s-MREs is provided
thereafter. As discussed in Chapter 2, there exist several modeling frameworks, namely, the La-
grangian F- B, F- H, the Eulerian F- b, F- h and the magnetization-based models (Kankanala and
Triantafyllidis, 2004; Danas et al., 2012b; Lefévre et al., 2017; Lefévre et al., 2019; Keip and Rambausek,
2016, 2017; Kalina et al., 2016, 2020) for the MREs. In patrticular, we perform the present numerical
homogenization investigations via considering the Lagrangian F- H model. The advantage of this
speci ¢ choice is two fold, namely, i) evolution of the internal variables are easy to compute in a
Lagrangian setting, where the variables aregxpressed in terms of the reference coordinate X and ii )
due to its curl-free nature (2.41), the local H? can be expressed in terms of the gradient of a scalar
potential ", such that, 0 p
H=- Grad ", 4.2)

which serve as local unknowns to be solved-for in a n'tl')e—element (FE) solution routine. In contrast,
the divergence-free B eld leads to a vector potential A, so that

p 0
B= Curl &, (4.3)

which is then solve(bfor in a FE solver (Danas, 2017; Psarra et al., 2019). Moreover, in order to ensure
the uniqueness of A, this vector potential-based formulation requires an additional constraint on

it, namely, the Coulomb gage (Danas, 2017; Psarra et al., 2019). Thus, it is evident that, the scalar
potential-based formulation results in substantially cheaper numerical computations by reducing the
total degrees of freedom of the system, which is in the range of 1- 15 million for the present case

p
2All the microscopic elds are denoted by the () symbol in this text.
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Chapter 4. Microscopic Model and Numerical Homogenization

of scalar potential-based 3D RVE computations with polydisperse spherical inclusions. Thus, the
following discussion is based entirely on the F- H framework.

We propose the microscopic constitutive model by considering nearlyincompressible matrix and
particle phases, whereas, both pure and nearly incompressible models would be provided in the
proposition of macroscopic models in the Chapters 5 and 6. SirBe the microstructured's locally het-
erogeneous, the referential representation of the local energetic W) and dissipation (D) potentials
depend on the reference coordinate X, so that

S e.a P = conre.n s (X))\?/p"'(g,ﬁ,p) (4.4)
and O pOpPp 0. POPP 0. POPP
BH(X.C.H, . )= (DC.H, . )+@- (BYCH, ., ), (4.5)

%saspsc%vely, where the E-dependence of\S\)/H is considered in terms of the right Cauchy-Green tensor
C = FTF that ensures objeﬁtivity (Coleman and Gurtin, 1967; Dorfmann and Ogden, 2004; Kankanala
and Triantafyllidis, 2004),  is a thermodynamic internal variable, () represents the material time
derivative, and  (X) indicates the characteristics function taking the value (X) = 1if X 2 V§ and
(X) = 0if X 2 Vj (Ponte Castafieda and Galipeau, 2011; Danas, 2017). Notice that the length scale

of uctuation of  (X) must be several order smaller than the macroscopic length scale, so that the
hypothesis of separation of length scales holds. D

Next, we propose a choice for the microscopic internal variable  followed by setting forth the
thermodynamic inecaalities agsociated with this microscopic model. Afterwards, speci ¢ choices for
the local potentials W and D", i = mp will be provided.

4.2.1 Additive decomposition of the microscopic h- eld

The constitutive de nition of a hard magnetic constitutive model rst assumes an additive decom-
position of the total h-eld into an “energetic” (denoted by the superscript €) and a “remanent”
(denoted by the superscript r) part, which, in the reference and the current con gurations read

o O O p b D
H=He+H h=he+h", (4.6)
. . 0 p p p_0O
Baspeﬁtlv%y. Besides the referenceH is related to the current h via (2.40), we de ne h® = F TH® and
h' = F TH" to obtain (4.6). Of co%se, th8 latter two de nitions are constitutive choices and may be
altered if chessary. In addition to Fand H to be the indepsndentcprimary variables, we consider the

reference H' to be the internal variable that evolves with F and H. Next, we derive the microscopic
(local) constitutive relations from the localized entropy inequality.

4.2.2 Constitutive relations

Herein, we derive the microscopic Lagrangian constitutive equations from the Clausius-Duhem in-
equality. We assume the dissipative hard magneto-mechanical process to be isothermal and conse-

p p
SWe use the “blackbo%rd bold” symbols for the right ( C) and the left Cauchy-Green (B) tensors in order to distinguish
them from the magnetic B eld.

42



4.2. Local constitutive model

guently, no heat ux infout is considered. Thus, (2.64) simpli es to
PP PO O
S:F-B H- WH>o, i =mp, 4.7)

with the qu)ality holding exclusively for non-dissipative thermodynamic processes. Expressing the
derivative W' in terms of the time derivatives of its arguments, followed by a rearrangement in the

terms leads to . o -~ . o ~ 0
P Payh B P @i O @yt O
S-2F—p- :F- B+ =~ H- =6— H'>0. (4.8)
a @ @’

Since the primary state variables Igand S are independent, they can be varied in an arbitrary fashion.
Hence, the standard arguments of the Coleman-Noll-Gurtin framework (Coleman and Noll (1959);
Coleman and Gurtin (1967); see also the notes by Hutter (2017)) lead to the constitutive relations for
the microscopic rst Piola-Kirchhoff stress and the magnetic b- eld are given by

@) @)

p @avH @vh

S= ZIQAE)L and Ig =- —0-, (4.9)
@ @

respectively. Subsequently, the microscopic Cauchy stressp is obtained via substituting (4.9) ; into
(2.48), so that
p

0
E@Vg'i% , (4.10)
@a

TN

0
which is, in turn, symmetric for any WiH and hence, satis es the angular momentum balance law
(2.20) (or, equivalently (2.53)). With these, the remaining part of the Clausius-Duhem inequality reads

v
o
Whgre the latter is the remanent Lagrangian b- eld, which is, in turn, the energetic work conjugate
of H". Moreover, the relation (2.65), for generalized standard materials with this speci ¢ choice of
the internal variable reads

p O : P
B" H" >0, with B" =- , (4.11)

o', @

o+ —6-=0. (4.12)

@' @

: - : T L Q
Finally, by combining (4.11) and (4.12), we obtain the dissipation inequality in terms of D!, such that

@ 9
& B so (4.13)
@qr

whi(Sh imposes a thermodynamic conséraint on 8!* in 8rms of constraining it to be a convex function
of H". Thus, by proposing a convex D" in terms of H' a positive energy dissipation is ensured via
(4.13) for any magneto-mechanical loading pgh.

It remains to propose speci ¢ forms for WH and D given the thermodynamic r&strictioné4.13)
is satis ed. Furthermore, it is noted that, in a nite strain setting, the choices for W and D! are
restricted further via the conditions of ( i) even magneto-mechanical coupling, (i ) material frame
indifference and (ii ) material symmetry (Kankanala and Triantafyllidis, 2004; Dorfmann and Og-
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) )
den, 2004, 2005). In the following, we specify functional forms of WH and DI that satisfy the three
aforementioned conditions.

4.2.3 Energy functions

0. .POO Q, PO O
Here we propose the speci ¢ functional forms of the local W (C,H,H") and DH(C,H", H") for the
phase i. All phases are considered to be isotropic. To ensure the objectivity of the model, the
two potentials must satisfy the material frame indifference al’(lfi the material symmetry conditions.
These conditions are in turn ensured via the proposition of W! in terms of several mechanical and
magneto-mechanical invariants listed in Table 4.1.

Table 4.1: Invariants associated with isotropic hard magneto-elastic phases

Mechanical Magneto-mechanical
In\éariant Lag&angian Eulgrian Invariant qug rqng|an %ul%rll?n
g~ M) p M@ g b = 5 q B BP
2l, = E(C)Z- tr(C?) E(B)Z- tr(B?) |HHr = H H' h Bh'
P P — P — P p o O p pp
l3=J= detC detB Ihr = H" Hf h" Bh'
Magneto-mechanical Magneto-mechanical
Invariant Lagrangian Eulerian Invariant Lagrangian Eulerian,
PH: yr’_l\,} | IUH: Y r'r'lr'
b SIS BB b o 8 BE P
|HHr = C 1Ar B hr |HHr = B C- 2Hr B C 1lhr
P o9 'b p pe ol JNe) p
|E|r - H' C 1Hr h" h' |gr - H' C 2Hr hr C 1pr

Notice in Table 4.1 that the mechanical invariants ?1 - ?3 and the magneto-mechanical invariant ?j“
with j = 4- 6 are identical to those used in the modeling of s-MREs (Kankanala and Triantafyllidis,
2004; Lefévre et al., 2017; Mukherjee et al., 2020)., In addition, four new invariants, namely the
“mixed” invariant IjHHr and the “remanent” invariant IjHr (i = 4- 6)are infroduced. Since the internal

riable H" is assumed to have the same push-forward transformation h" = F TH" as the primary
H, the mixed and remanent invariants can be readily shown to satisfy the material frame indifference
and symmetry conditions.

Energy density : The energy density WH is now proposed in terms of the Helmholtz free energy

associated with the mechanical and magnetic parts, that read

PP, P, P, P PP BB Pu P P B P

p
WH(|1 J, IHHr He e HHey = Y (PPN O (P e [ B B = (4.14)

where the subscripts “mech” and “ mag’ indicate the mechanical and magnetic parts, respectively and
the last term is the magnetostatic energgssociated with any non-magnetic (ether) medium. Such
assumption of a decoupled energy associated with the individual phases is suf cient to model the
local microscopic behavior of the MRES, since its mechanically compliant matrix phase is magneti-
cally inert, whereas the hard magnetic inclusions are mechanically stiff.

The mechanical free energy associated with the hard magnetic phases are typically expressed in
terms of a Neo-Hookean energy, so that (Danas, 2017; Keip and Rambausek, 2017; Kalina et al., 2017;
Lefevre et al., 2017)

p p G'P
mechl(ll!‘])_ 7('1' 3- ZInJ)+ 2|(J_ 1) ) (415)
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4.2. Local constitutive model

where G; is the shear modulus and G? is the Lamé constant associated with the compressibility of
each phase. This simplel;-based Neo-Hookean model is a constitutive choice. In fact, while propos-
ing the phenomenological m%dels in the following secti%ns, we will use a homogenized version of
the mechanical free energy ., that works for any I;-based hyperelastic rgodel (Lopez-Pamies
et al., 2013). Thus, the choice (4.15) remains open to be replaced with the other ,-based hyperelastic
models (e.g., Gent model, Ogden model) without altering the other parts of (4.14).

The magnetic free energy is further decomposed into an energetic and a remanent part, which are,
in turn_ the functions of energetic invariants and the mixed and remanent invariants, respectively.
Thus, H . reads

mag,i

pP, P, P B D PPy Pav P Py Panr Py P
0 g (1" 1A B IERT) = B m DO (1E) + o g (1L 1ETLTE. (4.16)
: . p p _
Speci ¢ choices for ™ and . are given by
PPy P P
0 magi(15)=- 5 FIF (4.17)
e Py o P Py P Py P ’EﬁﬁE
pO Eégﬁm(l?Hr,l?r’Ig{Hr): 70(]__'_ I(a) |I5-1Hr+|?Hr +7_0(mis)2fih T: , (4.18)

respectively. Note that the magnetic model parameters remain the same as in Chapter 3 in the
present context of a nite-strain microscopic model. Of course, here the parameters are demarcated
by an additional subscript “ i ” that indicates the phase i = mor p, to which the magnetic property is

associated with. The function f is de ned via (3.12), where the coef cients are indicated via fm),
with = 1- 3 and the additional subscript i indicating the phase. Thus, we note that, in the limit of

zero local strain, i.e., C = |, (4.14) reduces identically to (3.9).

Dissipation p&tential : The dissipation potential in this nite strain setting is de ned in terms of
a power law in jH'"j, so that

: (4.19)

where the parameters bf, H{O and p; remain identical to those in (3.15). Similar to (3.15), a partial
Legendre transform of (4.19) followed by taking the limiting case of rate-independence leads to the

local microscopic ferromagnetic switching surface, which reads
@] p p
“H.=Br B - ()2 =o0. (4.20)

Consequently, the evolution equation for H' is given the associated switching rule that ensures max-
imum energy dissipation, so that

0
Q . @H : 0 : 0
H' = Pig, with - 'H=0if "H<o and H>0if M=o, (4.21)

indicating the Kuhn-Tucker conditions on the Lagrange multiplier ~"H.

Potential for soft magnetic phases : As discussed in Chapter 3, the hysteresis model therein leads

45
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to the non-hysteretic, saturation-type soft magnetic response in the limit of b° ! 0. Thus, following
(3.9) and (3.22), we recast (4.14) in terms of the purely energetic invariants of Table 4.1, such that

O, ppp p p p p p 9]
\/viH(|1,J,|~t,'):'Oo mech,i(|1,J)+pO H O (H)- 2af, (4.22)

mag,i 2

. P . o

where the mechanical free energy " and the magnetostatic energy of the free space regmain identi-

cal to (4.15). Nevertheless, the magnetic free energy, which is now expressed in terms of 1 is simply
given in terms of the Langevin-type saturation energy function (3.26), so that (Lefévre et al., 2017)

p i - ’ . E prE - E

p P — O(rnis)2 ; 3 3 By
0 Hagi (I8) =- 3. log sinh —o 1 -log o If . (4.23)

T™M

Instead, any saturation energy function listed in Table 3.2, or a linear combination of those can
be used in equation (4.23). However, the saturation magnetization response of the commercially
available carbonyl iron particles are observed to be modeled best by the Langevin-type saturation
functions (Psarra et al., 2017; Bodelot et al., 2017). Furthermore, in this limiting case, the de nition
and evolution of the internal variables become inconsequential. Thus, the local constitutive relations
are now given by (4.9).

Notably, the magnetic model parameters for the carbonyl iron particle-lled s-MREs reduce to
two, namely, the susceptibility ; and the saturation magnetization m?, since the coercive eld b° and
energetic susceptibility ¢ vanish identically.

4.3 Incremental micro-potential

In general, the variation principle for the dissipative solids are expressed in terms of the local min-
imization of a set of internal variables during a nite time increment, namely [ t,t+ t ] (Carstensen

et al., 2005 Miehe, 2002; Miehe et al., 2002, 2011; Rosato and Miehe, 2014). Hence, local incremental
potential WH of the phase i at a discretetime (t + t ) for a coupled magneto-mechanical problem
reads (Miehe, 2002; Miehe et al., 2002)

* sy

t

0 PO 0, 0 .0 0

W (FH) = igf (WH + DH)dt with  H"(t) = H{ (4.24)
Hr

: o 0 . o . 0. .POO

|8 th8 glesen initial value of H" during this increment. In (4.24) the potentials W (C,H,H") and

DHH", Fg) represent the energetic and dissboationdJotentials, respectively. Moreover, the subscript

t+ t of WH in (4.24) denotes its argumentsF and H are evaluated att + t .

The internal variable H' is not subjected to any differential or boun(gry constraints (Miehe, 2008;
Miehe et al., 2011; Rosato and Miehe, 2014). In turn, the evolution of H" from its previous value H|
is determined by the minimization problem (4.24) ,. Thus, we recast (4.24) in the form

5 Zit o

0 PO 0. .
WH., ¢ (F.H)=igf W/ : bs DHdt . (4.25)
A t

a

0] p @)
Taking the variation of Wi'“"H . While keeping F and H xed leads to a stationarity condition that
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4.3. Incremental micro-potential

reads ~ -
@t O vt Zit gt o9 @+ 0
- H' + ¢~ H'+-=6- H" dt=0. (4.26)
@ t t @H’ @
Integrating by parts the rst term under the integral of (4.26) and rearranging the terms we obtain
(Miehe et al., 2002)

«

-0 O ™ Zt " (o) 0O «
H H 0 +t H H @]
ey, @ AL+ 9@, @ Hgi-o (4.27)
@' @ . t dt @i’ @

Note that 8{ = O as it is a prescribed initial value given by (4.24) ,. Thus, the rst bracketed term
of (4.27) is at the right boundary of the time interval [ t,t + t ], i.e., at the current time increment,
whereas the secc&gd term is integrated over the time interval [ t,t + t ]. Hence, due to arbitrariness
of the variation H' during the increment from t tot+ t , the integrand in the second term of (4.27)
must vanish (Miehe et al., 2002). Consequently, (4.27) leads to the constitutive relation for generalized
standard materials (GSMs) (Halphen and Nguyen, 1975)

0 0

H H
@Vai + @DS =0, St=t+t (4.28)
@i’ @H’

0] 0 0]
which is the constitutive law that is used to update H' from Hj to I’g+ . - The updated H{, , is
then substituted to (4.25), so that the optimal incremental potential WﬁH . can be obtained. The
int?grand of the second term of (4.27) leads to the Euler's equation governing the minimization path
of H' - QO ™ 9]
d a@H H
- - +—1©6-=0, 8t2[t,t+ t] (4.29)
dt @H’ @Ar
: o o o : _
In practice, the m|n|m|6at|on path of H" in the time interval [ t,t + t ] carries no signi cance, as the

local minimization of W, , is carried out at each discrete time increment with a considerably small
t (Miehe, 2002). Thus, (4.29) is dropped henceforth from the discussion.

The general form of the local incremental potential energy in a heterogeneous microstructure as
in Fig. 4.1c can be expressed in a similar fashion to (4.4) to be a function of X, so that

O PO O PO @) PO
W:—Lt (X,F,H) = (X)Wmnt FH)+ 1- (X W:)-i,t+t (F,H), (4.30)

where the indicator function  (X) is de ned in Section. 4.2. Once can, in turn, verify the last equation
via substituting (4.4) and (4.5) into (4.24).

Finally, the local incremental constitutive relations are obtained via substituting (4.25) and (4.30)
into (4.10), such that ; @(\)/H ; @(\)/H
Stvt = P, Bt+t =- ﬂg (4.31)

t+ t @'|t+ t
which leads to, respectively, the microscopic rst Piola-Kirchhoff and magnetic b-eld at a dis-
crete time t+ t . Thus, the incremental potential (4.25) (also referred as the “reduced potential”

(Carstensen et al., 2001; Rosato and Miehe, 2014)) essentially provides a “quasi-energetic” approx-
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Chapter 4. Microscopic Model and Numerical Homogenization

imation of the dissipative model via computing a-priori the optimal internal variable ﬁ{ﬂ that
minimizes the incremental energy (4.24) (Miehe et al., 2008). Thus, wgile computing the IocaId:on-
8itutive response of such dissipative models for a given F;+ b and H. ; , we rst update H! to
H{, . from (4.28), which is followed by computing tBe local +t and Bi+ ¢ from (4.31) (Rosato
and Miehe, 2014). In turn, by computing these local S;+: and B;+: and subsequently, the tangent
tensors, one constructs the element force and stiffness matrices in a FE numerical solution routine
(Rosato and Miehe, 2014). Further details on the FE computations are provided in Section 4.6. Next,
an incremental homogenization framework is proposed in terms of obtaining the effective incremental
potentialfrom the local incremental potential (4.25).

4.4 Incremental homogenization framework

Since h-MREs are dissipative in nature, the microscopic primary constitutive relations in terms of a
guasi-energetic constitutive laws (4.31) depend on the speci ¢ time increment under consideration.
We henceforth denote the currenttime t + t by t+ t for brevity.

The macroscopic deformation gradient F and the Lagrangian h-eld H at a discrete time are
now expressed in terms of the volume averages of the corresponding microscopic quantities, so that
(Miehe et al., 2002; Ponte Castafieda and Galipeau, 2011; Danas, 2017; Lefévre et al., 2017)

P @)
F=— FXadv, H =20 AXdy, (4.32)

respectively. The periodicitg of the RVE V§ leads to the representation of the local displacement
u (X) and scalar potential © (X) can be decomposed into “average” and “ uctuation” elds. The
averageu (X) and ' (X) are related to the averagg (macroscopic)F and H viau (X)=(F - 1) X
and' (X)=- H X, respectively. Thus, the localu (X) and © (X) admit to the decomposition

b 0=F-Dx+ex ad P =-H Xx+0 (X, 8X2V (4.33)

respectively, where & (X) and U (X) are the uctuation elds, whose average in Vi are identically
zero. Thus, (4.32) can be veri ed via substituting (4.33) into it. Moreover, the average Eulerian h can
be related to its Lagrangian counterpart via (Ponte Castafieda and Galipeau, 2011; Chatzigeorgiou
et al., 2012; Javili et al., 2013)

— 1 b — =T
h -Wv#h(x)dv-F H . (4.34)
The deriv tiBn of the last relation is provided in Appendix 4.A, where the divergence-free property
(2.A.5) of J F T along with the periodic boundary condition on U are exploited.

Having de ned the RVE and the periodic boundary conditions (4.33), the incremental homoge-
nization problem is now de ned as the optimization problem give by (Ponte Castafieda and Galipeau,

4Miehe et al. (2002) considers such volume averages at a specic increment in the context of mechanical plasticity.
The other references, which deal with magneto-mechanical homogenization of non-dissipative soft MREs, do not mention
speci ¢ time increments in these average estimates.
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4.4. Incremental homogenization framework

2011; Danas, 2017; Lefévre et al., 2017)
! . 1% 0, 00
W (F,H) = inf sup - WIX,FH)dv , (4.35)
U2K(F) 9561y Vo Vi

0] PO
where WH (X, F,H) is de ned in (4.30), K and Grepresent the sets of admissible microscopicB and
' elds, such that

p P p P
K(F)= F :9x =y (X)with F =1+ Gradu ,J >0,
b - (F-1) X+a,e periodicin Vj (4.36)

and

0O .0 p p
GH )= H :9x =y (X)with H =- Grad " ,°

=-H X+U,U periodicin V§ . (4.37)
The Hill-Mandel lemma along with the incremental constitutive relations (4.31) leads to the macro-
scopic constitutive relations at the time increment , such that (Miehe et al., 2002)

av- av-
G S
Again, notice that the incremental homogenization framework, that is proposed following (Miehe
et al., 2002), essentially considers a quasi-energetic material model in terms of the potential (4.24),
which, contains a history-dependent remanent eld term. Thus, the standard, non-dissipative magneto-
mechanical homogenization framework (Ponte Castafieda and Galipeau, 2011; Javili et al., 2013;
Danas, 2017; Lefevre et al., 2017) is employed here, except by using a history-dependent (in terms of
the microscopic internal variables) ie)cremental potential.

The microscopic remanent eld H' is not subjected to any differential/lboundary constraint. Thus,
gﬂike the primary variables in (4.33), no direct correlation can be de ned between the microscopic
H" and its macroscopic counterpart. Of course, due the dissipative nature of the hard magnetic
particle phase, the macroscopic response will be dissipative. However, no homogenized constitu-
tive law for the macroscopic internal variable can be obtained from this incremental homogenization
setting. Nevertheless, while de ning the macroscopic model in Chapter 6, we will de ne indepen-
dent macroscopic internal variables and their evolution laws from the macroscopic Clausius-Duhem
inequalities.

S , (4.38)

p
potential DI vanishes identicallé and thus, th%relation (4.28) for generalized standard materials

yields an explicit expression for H" in terms of H . Hence, the homogenization problem (4.35) reads

Remark 46L. For the special case ofs-MREs (i.e.,bf = 0 and ; = 0), the microscopic dissipation

for the s-MREs | . . Z 5 e ~
WH (F,H) = p inf sup N WH(X,F,H) dV , (4.39)
which, in turn, can be rephrased to be (Lefévre et al., 2017)
. "1Z2 0. po
WH(FH)=,inf  sup = WH(X,FH)dV, (4.40)

W2KE Q5601 Vo Vi
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Chapter 4. Microscopic Model and Numerical Homogenization

0
where the effective potential WH (F,H) is no longer history-dependent, since the remanent eld H'
becomes inconsequential. Consequently, the macroscopic constitutive relations read

ow' 5. QW
@’ G

Of course, the resulting S and B are path-independent and thus, given uniquely for a given F and

H. Analytical estimates to the energetic homogenization problem (4.40) have been provided by

Ponte Castafieda and Galipeau (2011) and Lefevre et al. (2017). However, both of these estimates are

implicit and thus, require solving additional algebraic equations along with (4.41). A brief outline of

the analytical homogenization estimates of Lefévre et al. (2017) is provided in Section 5.1.

S=

(4.41)

4.5 Augmented variational principle

In order to numerically compute the effective RVE response, one must exploit the incremental vari-
ational principle (4.35) so that the optimal microscopic u and © belonging to the sets K(F ) and
G(H ), respectively, can be computed. The effective responses are thence computed from (4.32) and
(4.38). Nevertheless, the numerical homogenization of the MRESs should be carried out under suitably
applied macroscopic boundary conditions across the RVE. As pointed out by Danas (2017), we note
that a macroscopic MRE sample is subjected to an external magnetic eld that is applied far from its
boundary, which is schematically shown by Fig. 4.2a. Moreover, the externally applied magnetic eld
does not follow the deformation of the magnet. Rather, the applied eld stays as a uniformly-applied

(a) Boundary value problem (b) Periodic RVEs (c) RVE

Figure 4.2: Schematic diagram of (a) macroscopic boundary value problem involving a MRE sample in air
having a reference volume Vy, (b) periodic arrangement of the statistically identical RVEs with polydisperse
spherical inclusions and (c) a RVE occupying a reference volume V’g and boundary @/ﬁ.

backgroundmagnetic eld (shown by the blue arrows in Fig. 4.2a), which is, in turn, perturbed by
the MRE sample (see Fig. 4.2b). Naturally, the applied magnetic eld that is controlled remains Eu-
lerian. Hence, the macroscopic boundary conditions that are applied across the RVE in a humerical
computation must include the effects of (i) xed magnetic poles situated far away and ( i ) applied
magnetic load that does not follow the deformation.

These two boundary terms allow us to analyze the microstructurally induced magneto-mechanical
coupling in the RVE remaining free from any geometry/shape effects. The application of such
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4.5. Augmented variational principle

boundary conditions in the homogenization problem (4.35) is a non-trivial operation. Such opera-
tion necessitates the evaluation of F, S, h, b and m from (4.35) followed by the application of the
macroscopic boundary conditions. Instead, an augmented variational principal (Danas, 2017), that
is capable of applying both the conditions (i) and (ii ) directly to the homogenization problem, is
employed.

Speci cally, in order to ensure the continuity of the energetic Maxwell stress Sg . across the
neighboring RVEs (see Fig. 4.2c), one needs to deduct the average Maxwell energyWH, . , of the

RVE from the homogenized energy (4.35). The former is de ned as
WH.. (FH)=- 7% FTH FTH, (4.42)

and alone gives rise to a deformation gradient F under the application of H across the RVE. Thus, if
it is not deducted from (4.35), one obtains a ctitious F in the RVE, even when non-magnetic phases
(such as a simple polymer) are analyzed (Danas, 2017). In other words, the deduction of Wn'jaxw
from WH" upholds the practical condition ( i) of having xed, far-away magnets from the sample by
not allowing the poles to move towards each other under an applied h-eld H; see Fig. 4.2a. The
energy WH in its original form (4.35) represents the electro-active homogenization problem, where
the electrodes are attached directly on the sample.

As noted earlier, the magnetic poles create a uniform background magnetic eld, which is indeed
perturbed by the presence of the MRE sample by creating a self eld around itself. Thus, a material
point in the MRE sees an Eulerian h- eld and not a Lagrangian eld, which is the case observed
in the electro-active problems. The application of such an average Eulerian eld as the loading in
our homogenization problem can be achieved in various manners. The simplest and more practical
way we follow in this work consists in constraining the product F TH = h to be equal to an applied
average h- eld across the RVE, denoted as h, (see Fig. 4.2b).

The deduction of the average Maxwell energy, W;'axw , de ned in (4.42) together with the last

constraint F TH = h, are employed by the augmented, incremental variational principle, whose
total incremental potential reads (Danas, 2017)

P H(F,H)= WH(F,H)+ 703 FTH FTH + Z—OjF‘TH - ha, 2- ST (F - ). (4.43)

Here, WH (F,H) is given by (4.35), is a non-dimensional penalty factor serving to enforce the ap-
plication of a Eulerian background h- eld and SI*" is the applied macroscopic stress on the RVE.
Notice that SI*" is different from the mechanical rst Piola-Kirchhoff stress  S;e.n, Which is a part
of the total S, computed from the constitutive relations. In practice, it suf ces to set equal to a
very small number left to be de ned in Section 4.7. Also note that the last term in (4.43) should be
dropped unless a non-zero average mechanical traction is applied.

The augmented variational principle (4.43) leads to a traction boundary condition that is free
from the effect of the energetic Maxwell stress, which is uniformly present in the neighboring RVEs
as well. This observation can be demonstrated directly from (4.43) via taking the variation of it, so
that @ " @ "

- F o+
@ @
Consequently, the arbitrariness of the independent variations F and H in (4.44) leads to their

P"(FH)= H =o (4.44)
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coef cients vanish independently. First, the vanishing coef cient of H vyields the condition

@"" _ av
@ o

Substituting the constitutive relation (4.38) , and employing the push-forward transformations (2.40),
(2.45), the last equation can be recast in the form

+ JF¥FTH + 2FYFTH - hy )=0. (4.45)

b = oh +5%M - ha )= o +m),  with m = Ji(h - ha ). (4.46)

Notice that, the difference jh - h, jremains in the order of the penalty parameter . Hence, the ratio
jh - ha j= remains in the O(1), which is proportional to the effective magnetization m . Finally, the
variation of P H(F,H) with respect to F vyields the equation

. <

=S -3 h b-JhPlFT-S*"=5 - S0, - =0, (4.47)

maxw,

@pH
@

where the rst Piola-Kirchhoff Maxwell stress S, IS related to the familiar energetic form of the

Cauchy Maxwell stress g, via Sgn,,, =J &, FT.Inturn, & is given by (Kankanala and
Triantafyllidis, 2004)

en =h b - onh i1 (4.48)

maxw,

Therefore, by employing the augmented variational principle (4.43), we practically ensure that the
incremental traction boundary condition across the RVE in the numerical computations is given by
h [

T =9SS-S0, S N=O0, 8 X2 @} (4.49)
Thus, in absence of any externally applied mechanical stress S{*", the strain in the RVE is now
ensured to be resulting from the particle rearrangements and particle rotations, but not from the
Maxwell stress, which is uniform in the RVE and its neighbors. We conclude this section by two
remarks.

Remark 4.2. For a ssMRE with no memory of prior loading/unloading, the total is given by a
simple decomposition into = meeht O Here, we suppress the subscript since no memory
dependence is present in these MREs. Thus, by applying the traction (4.49) it is ensured that the
resulting strain is due to purely mechanicalearrangements of the particles, which experience mutual
attraction/repulsion forces due to magnetization (Danas, 2017). On the other hand, in addition to
the particle-to-particle attraction/repulsion, the hard magnetic particles in the h-MREs may also
experience magnetic torqueslue to a misalignment in the local h and m elds, which is commonly
observed during the non-proportional loading of a h-MRE sample (Kim et al., 2018; Zhao et al., 2019).
Thus, even if the effect of the background energetic Maxwell stress is removed by applying (4.49),
in contrast to the s-MREs, the resulting strains in the h-MREs may notbe only due to mechanical
rearrangements of the permanently magnetized particles. Rather, the magnetic torques in these

particles may induce their rotations, which may eventually cause mechanical strains.

Remark 4.3. The mathematicaincremental homogenization problem (4.35) is well-posed and the ad-
ditional terms in (4.43) are employed after solving for W" in (4.35). This is because the analytical

52



4.6. Finite-element computations

estimates for energetic W" are independent of the boundary conditions (Ponte Castafieda and Gali-
peau, 2011; Lefévre et al., 2017). However, the practical boundary conditions (i ) and (ii ) are crucial
for the proper interpretation of the effective F ,S ,h ,b and m elds for a given RVE. For this
reason, in the case of analytical homogenization or phenomenological modeling of an MRE, the func-
tion WH is obtained explicitly or implicitly rst, while the subtraction of Wn*jaxw together with the
application of the constraint F TH = h, is carried out a posteriorito extract the relevant estimates
for F,S ,h ,b and m during the current time increment . However, in a numerical simulation
of an RVE, that would require extremely long computation times since one has to obtain numerically
the incremental effective energy WH (F,H) and its derivatives. The augmented potential energy (4.43)
offers a direct alternative allowing the direct evaluation of the desired estimates for F,S ,h , b

and m under given loading conditions h,, and Sj*".

4.6 Finite-element computations

The nite-element computations of the effective response is associated with three distinct parts,
namely, (i) discretization of the microscopic boundary value problem and construction of element
force and stiffness matrices, (i ) application of the periodic boundary conditions across the opposite
facing boundaries of V4 and (ii ) application of the macroscopic boundary conditions in terms of
employing the macroscopic variational principle (4.43). Here we employ a “total Lagrangian” nite-
element method by expressing all the eld variables in terms of the xed reference coordinate X.

4.6.1 Discretization of the microscopic boundary value problem

The spatial discretization of the microscopic boundary value problem (BVP) is obtained via proposing
a microscopic variational principle that reads

°Z

¢ . O. PO
PH@U ," )= inf sup WH(X,F,H) dVv , (4.50)
U2K(F) O o5H) Vi

where the admissible setsK(F ) and G(H ) are de ned via (4.36) and (4.37), respectively. Notice that
no microscopic body force or boundary traction is considered in the microscopic variational principle.
Nonetheless, the boundary displacements are controlled via the periodic boundary conditions and
the macroscopic traction boundary condition (4.49) is applied in terms of employing the macroscopic
variational principle (4.43).

The primary eld variables in V% at any discrete time  are represented via a single vectorg
fu ,” g which results in easy-to-follow notations of the nite-element discretization. Moreover, q
admits to the form within each element given by

p P O_ P Pe . P o p
[a ()=IN°O)a’],  with [ X()]=[N®()I[XE], (4.51)

where [l(\’?e(p)] is the matrix containing nodal interpolation functions and [ 8‘3] is the element degrees
f freedom vector (consisting of four dofs, namely, (U )i, (U )2, (U )3,” per node) in the element e,
and X are the local and reference coordinates, respectively and X¢ are the nodal coordinates with

respect to the reference frame. In turn, the nite-element discretization leads to a set of nonlinear
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algebraic equations emerging from the variational principle (4.50), so that

C
C H p
PHzﬁ% 8 (81 FG =0 (4.52)

where [E(g )] is the global force vector associated with the discretized system. CanequentIy, owing
to the arbitrariness of q , the resulting set of nonlinear algebraic equations read [F(q )] = 0, which is
solved via the Newton-Raphson method. Ttbe incremental solution of the global system of equations
necessitates the following linearization of [ F(q )].

p p O
FGQ + G=rFE N+ KA §1=0, (4.53)

0 c
where [K (8 )] is the global stiffness matrix, that can be obtained from the second variation of P H,
which follows readily from (4.52), so that

c

c H O
pH- b §§£ § 181KEm 1 (4.54)

It is noted that the solution for the unknown primary eld 8 in V4 is not trivial. Therefore, 8 is

es%ribed in terms of the unknown nodal variables Q¢ and a set of prescribed interpolation functi%ns
Neé( ) in a nite volume element e. Since in the microsco%ic model of the MREs, the potentialpP H
is expressed in terms of Grad q (i.e., Grad u and Grad * ), only aOC0 continuity of u and * is
required at the element boundaries, which must be ensured by the N¢&( ) functions. Consequently,
the global force and stiffness matrices can be expressed in terms of an ensemble of element force and
stiffness matrices, which are provided in the following.

Element force and stiffness matrix : In order to obtain the element force and stiffness matrices,
we rst consider the RVE volume Vj to be consisting of a number of nite volume elements, so that

wem
Vi= Vi, (4.55)
i=1

where Vﬁg) is the reference volume of the j™ element and nelem represents the total number of
elements. Consequently, the variational principle (4.50) can be rephrased, such that

. VA
c rxem ) PO
Pr@ P y=,inf  sup WM (X, F H) dV (4.56)
U2KF) 9 o6H) j=1 Vo
c
The rst variation of the total potential P " therefore reads
_ O O ™
c ngem Z H p H O
pr@ Py=" G RO A av
j:l VOS) @ @-I ™
T g b @
= . —p—:Grad U - —o— Grad ' dv. (4.57)
j_l Vgg) @ @-I

54



4.6. Finite-element computations

Notice that the incremee}al micro-potential \%\)/H does contain the cantribution from the history-
dependent microscopi(‘OHr eld. Nevertheless, by the de nitiorbof WF(') in (4.24), it is minimized
a priori with respect to H", which is ensured by the evqut'Bn of H" from H| v&'? the relation (4.28) for
generalized standard materiaI% Thus, the derivative of WH with respect to H" vanishes identically,

leading to the rst variation ~ WH given by (4.57). Furthermore, the eld variables 8 and P can be
expressed in terms of the nodal unknowns in the element ( j), such that

o p o p
b O1= ReOnben ® O1= N Onael. (4.58)

Substituting (4.52) and (4.58) into (4.57) we rephrase it to be

2 0.3

@\/H

—p—

p nxiem Z "O o) o nxiem p
(GTF@ = (8T, @ey -(G?)Té o fav T o&TEd @s9)
j=1 Voe avH i=1
‘67
@

p 0 0 0 @)
where the element force vector is denoted by [fe(BE)], [GE] = Grad[N¢&] and [G®] = Grad[N#] (see
Appendix 4.B for details).

c
The second variation of P H (B ,'p ) is expressed similarly in terms of an ensemble of element
stiffness matrices. To obtain this, a further variation of (4.57) is taken, which reads

- @] O] 0
c wnZ T op @w . 2, Q Hop O Hoop
PH(B ,'p):  F: W :F+ H @pﬁ,w : F+ H' @&W . F
O]

=1 Voo @ @ o H @ O@f@ o
P H O O g H O O H O
+ F %Wl H + H ’Wl H + H' %‘N H dv
@ oA @& o (CalNGy
wem 2 h 0 o)
TR P Ry R P B e B
j:l V#;g) .
P p. O O P O O p,., O
+ F:L"" R+ A LM B+ A LT R dy, (4.60)

where we introduce the IE)()() notations for preciseness. In general, E()() can be second, third or
foarth ?)rder ten&or dedJending on its superscript. Notice that here we retain the derivatives of

@V =@ and @vH=@1 with respectto H', so that an algorithmically consistenglobal stiffBess ma-
trix can be obtained (Klinkel, 2006; Linnemanr‘bet al., 2009). Furthermore, the variation H" of the
remanent eld can be expressed in terms of H by exploiting the consistee)cy condition of the mi-

croscopic switching surface (4.20). The consistency of the switching surface " thus reads (Lubliner,
2008, p. 145-150) D
H=0 ) B = 0. (4.61)
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p
The variation B' is subsequently obtained from its de nition (4.11) to be

B’=- g;& @& @&

r@@rp p o p %H @t
S L S L = T L < L) (4.62)

. p r . p r p r r . .
where the third JFH" and second-order tensor notations JHB and J" 1" are introduced for brevity.
Consequently, equation (4.62) yields the relation between H and H', thatis

0

o ¢ p c . $
Ar=mHF. F+mHH g (4.63)

with D P

KAHrF:_ JHTHT - L3RR b 1P

C
and MHH=_ gHH " 2gHAT (4.64)

c
Thus, substituting (4.63) into (4.60), we obtain the consistent second variation P " given by

nemZ h
c X p p P o p p
p :
pHE P )= o F:LE :F+ A LY : F+
j=1
p p 0 o p 0!
F:LE H+ B LY H dv, (4.65)

p
where represents the consistent algorithmic tangenensors, which are given by
here L () ts th tent algorithmic tangerte hich b

I: |: r I: r I: I: r I: r
| Flzo ‘ = | EFE M H'E H |: ngo ’ HE M H'H H |:
|: l: r |: r I: |: r I: r

Finally, the consistent element stiffness matrix is obtained via substituting (4.51) and (4.54) into (4.65),
such that

) 2P Pny 3293
(@) ntem Algo Algo , u
QRGN G1=" (g " Qyr &y 8T TS Bav
j=1 Vo L,t',gFO LR - Ge
nXem p
[ GerTkeon Ge (4.66)

It is noted that the algorithmic global stiffness matrix [ }9(8 )] is constructed to ensure a better rate
of numerical convergence of the nonlinear FE solver. The algorithmic tangent stiffness matrix in the
FE computations for rate-independent mechanical elasto-plasticity is commonly utilized in order to
ensure a quadratic rate of asymptotic convergence (Lubliner, 2008). Nonetheless, no effect on the
algorithmic tangent stiffness on the rate of convergence is investigated in the present study.

The volume integrations of (4.59) and (4.66) in the element V (‘) are evaluated via using a reduced
Gaussian quadrature. The reduced integration ensures a better rate of convergence and helps to
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avoid I[ghe shear locking. Notably, the Gauss quadrature integration requires to evaluate the | r1~3f’(qe)]
6nd [ke(E’D )] matrices only at the integration (Gauss) points. In this regard, the matrices involving
Ge and G® in (4.59) and (4.66) are evaIuaBad at th8 individual integration points from the de ni-
tion of the element interpolation functions N¢& and N ¢, respectively (see Appendix 4.B for details).
Moreover, given the nodalpvalues (99 from the previous iteration of the Newton-Raphson solver at
e , one can evaluateF and H _at eac%integration point through the interpolation 6unctions
Nonetheless the evaluations ofd: and H do not complete the local de nitions of | fe@ )] a d
[ke(qe)] In addition, the remanent H'" eld must be updated from its last converged state H! to Hr
from the “inner” minimization condition of (4.24) atceach integration point. Notice that the inner
minimization condition of the incremental energy W" is the constitutive relation (4.28) for general-
ized standard materials, which is further specialized for the present rgte—independent model to be the
associated switching rule (4.21). The numerical update routine for H' is discussed in the following.

Evaluating the local ﬁf . We employ a radial-return-type implicit backward Euler scheme to
numerically solve the associated switching equation (4.21) locally at each integration point (Ortiz
and Simo, 1986). The radial-return algorithm in the context of ferromagnetic switching relies on
the energetic predictor/remanent cobrecg)r %heme Firstly, the energetlcd)redlctor is estimated via
computing the switching function H(H ,H]), where WS use the local H at the current Newton-
Bap%sorbiteration and the remanent internal variable H{ from the previous converged state. If
“H(H ,H}) < 0, then the energetic prediction is considered to be correct. Consequently, the local
remanent eld remains unchanged, so that

o O . 0,0 O
H' = H{ if IH(H ,H{)<o0. (4.67)
, . 0,0 O P Q
Notice from (4.21) that the Kuhn-Tucker condition for "H(H ,H{)<0is " = 0, such that H" = 0,

which results in (4.67).

0,0 O
On the other hand, if the switching criteria is satis ed, such that ~H(H ,H% > 0, the energetic
predictor r8mains no longer correct. Rather, a correction to the remanent eld H] is required. The

corrected H" is computed via solving a set of nonlinear algebraic equations obtained via the temporal
discretization of (4.21) so that

0 PP O O PO O PO O
H' H{+2 HB'(H JH") and B'(H ,H") B'(H ,H")- () =0, (4.68)
P p P, . _ I .

where "H = 'H - "H is the increment of Lagrange multiplier ~*. The preceding set of four non-
linear algebralc equations are solyed using 31e classical Newton-Raphson method. In this regard,
we introduce a trial remanent eldH""™ = H[ at the beginning of the Newton iterations, which are
essentially involved with minimizing the residues

po, O 0 PO O

RH - Hr,trlal _ Htr _ 2p|H Jtrial B' (H ’Hr,tnal ) (469)
and po, PO O PO Q.

R - Br (H ’Hr,tnal ) Br (H ’Hr,tnal )_ (b|C)2 (470)

Consequently, the increments in the trial eld and the Lagrange multiplier are computed from the
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Chapter 4. Microscopic Model and Numerical Homogenization

following linear algebraic equations obtained via linearizing (4.69) and (4.70) with respect to the trial
elds themselves, such that

2 @E(H)' =@9r Jtrial @Pﬁr =CSH Jtrial 3 g gr frial > g gﬁr g
po O po > >~ >po> (4.71)
@ ’ ':@I rtrial @R ’ ':cgiH Jtrial i p|H Jtrial R ]

Appendix 4.C provides the specic form of (4.71) for the local constitutive model de ned in Sec-
tion 4.2. The trial remanent eld and Lagrange multiplier increment are subsequently updated to be

CH)r,triaI — (F)'r,trial + gr,trial , and p_H Jtrial — pH Jtrial + p_H Jtrial (4_72)

respectively. Finally, the updated residue vector g = f(gﬁr )T,Igo'gis compu&szd using the updated
trial elds (4.72). At this point, if the Eulerian norm of the updated residue  jRj becomes less than a
prescribed tolerance, the local Newton iterations are considered to be converged. Consequently, the
updated variables at the current time increment  are given by

Ar = R and  PH = Prua (4.73)

0

With these locally updatedH" at each integration point, the element force and algorithmic stiffness
matrix are computed, respectively, from (4.59) and (4.66), which are then assembled into a global force
6nd algorithmic tangent stiffness for the global Newton iterations. Notice that the locally updated
H" are stored as “state-dependent variables” at the integration points only afterthe convergence of
the global Newton-Raphson solver is achieved. The preceding update algorithm is summarized in
Algorithm 4.1. It should be noted in the numerical computations that " must remain positive under

all loading conditions, so that the Kuhn-Tucker condition in (4.21) is satis ed.

Remark 4.4. One can choose two distinct strategies to compute the effective response of thes-MREs
having non-hysteretic carbonyl iron particles. Firstly, one can implement the microscopic FE compu-
tations as discussed herein, but with the particle coercivity b 1 and the energetic susceptibility
5 = 0. As noted earlier, these two conditions would essentially lead to a soft magnetic response and
the same nite-element solver as developed for the h-MREs can ge implemented readily. Nonethe-
less, one can avoid the expensive local storage of the remanentH" elds and the implementation
Algorithm 4.1 at each integration points during each increment for the s-MREs via considering di-
rectly the variational homogenization problem (4.40). In turn, the local potential energy associated
with this soft magnetic composite is given by (4.22), whereas the dissipation potential vanishes iden-
tically. Since in this second approach the local radial |5eturn-based update algorithm is no longer
employed, one can readily replace L OO in (4.66) via L OO, Here we employ the second method in

Algo ,
order to reduce the computational expense.

Remark 4.5. The reduced integration is considered further for integrating the mechanical energy
evolving the bulk modulus term. A high bulk modulus is used in these computations, in order
to achieve a nearly incompressible material response. However, such high bulk modulus leads to
volumetric locking of the nite elements in terms of hindering its deformations that are volume
preserving. In order to avoid this problem, we employ a single point Gauss integration scheme for
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4.6. Finite-element computations

O
Algorithm 4.1: Local update algorithm for H'

Set toleggncg tol = 10 6
Input H , H{

, 0O .
|I’l|tla|I2atIO% 5“'"8' I, piH il 0
Cogmute H R R
if ~ Cl; <0
\ Hr Hr*"ia' % energetic predictor is correct
else po, po,
%omputs RH poR
HOT R % construct the residue vector
while jRj> tol d
ompute  H""™ piH el % compute fron(4.71)
711 Ltrial 711 trial + 711 trial
B'H Jtrial B|H Jtrial + E'H Jtrial
i po pQr i
%omputgor ) QI? |
: R % construct the updated residue vector
end
@) o . .
H H™™ % remanent corrector added to energetic predictor
end

the local stress part that is arising from the bulk energy associated with the MREs. Such reduced
integration is used for both the hard and soft MREs.

4.6.2 Application of the periodic boundary conditions

Next, the periodic boundary conditions (PBCs) on the microscopic displacement 8 and potential P
are speci ed. In order to prescribe the PBCs, we further divide the surface boundaries @% of the
RVE into the set (see Fig. 4.3)

@/75# - @/#RIGHT[ @/# LEFT[ @/?g,TOP[ @/g,BOTTON[ @/#FRONT[ @/# BACK' (4.74)

on which B and P are represented by the respective superscripts (e.g.,lICJ)R'GHT and pR'GHT, BTOP and

" TOP etc.). Moreover, four corner nodes of the RVE in the present nite-element setting are denoted
via Po, P1, P2 and P3. We set both the microscopic and average displacements and potentials at Po to
be zero, in order to prevent any rigid body motion of the RVE, so that

p

u®=a"=u®=0 and =0 ="P=0y (4.75)

In fact, the periodicity of the uctuation elds & and U in V4 de ned by, respectively, (4.36) and
(4.37) can be interpreted in this FE setting to be settinge and U at the opposite nodes on @ to be
equal.

Since the reference coordinate system is de ned as in Fig. 4.3, we further exploit the periodic-
ity conditions of @ and U along with (4.36) and (4.37) to obtain the relations of the microscopic
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Figure 4.3: Opposite facing boundaries of the RVE of volume Vg along with the reference coordinate system
and four key corner nodes Po, P1, P2 and P3.

displacements (scalar potentials) at P1, P2 and P3 to the effective deformation gradient F (effective
h-eld H ), so that

@ = wmi= Fw- ok Peicmo (1)t (4.76)
G = @a= Fle- e % Prez el MG, @.77)
(Bpa)i =W?i= Fls- & b Pra_ b, (H )36, (4.78)

where "% is the length of the sides of the cubic RVE. The last set of equations reveal that the micro-
scopic displacement and potential elds at P1, P2 and P3 are related directly to the effective F and
H . Thus, one can apply a macroscopicF or H across the RVE via specifying directly the displace-
ment and potentials at these three (P1, P2 and P3) nodes. Nevertheless, application of the traction
boundary condition (4.49) on @4 requires the exploitation of the augmented variational principle
in the present FE setting, which will be discussed in the following. Prior to that, the PBCs on the
boundary displacements/potentials are discussed.

Again, from the periodicity of the uctuation elds in V&, we can set them to be equal at the
opposite faces of @/%. Thus, the opposite face microscopic displacements and potentials are related
via

UIRIGH _ ulLEF — ”RIGH _ uLEF — ”Pl’ II RIGHT _ ,l LEFT — + RIGHT _ 1+ LEFT — 1 Pl' (479)
L 1 ] 1

UI OP _ |I|BO OM_— u OP _ uBO OM_— “PZ’ I OP _ ,I BOTTOM— OP _ BOTTOM— PZ’ (480)

uFRON _ |IBACK_ IIFRON _ uBACK_ ”PS’ " FRONT_ BACK— + FRONT_ 1 BACK_— 1 P3. (48])

In practice, these conditions are applied via constraining the opposite nodal displacements and scalar
potentials on @/ in terms of applying the multi-point constraints (MPCs) in ABAQUS (2018).

4.6.3 Application of the macroscopic boundary conditions

As discussed in Section 4.5, the macroscopic boundary conditions and the magnetic loading are ap-
plied in terms of proposing augmentations to the variational homogenization problem (4.35). Notice

that, in the present periodic homogenization setting, the effective F and H elds can be expressed in
terms of the microscopic displacement and the scalar potential at the three corner nodes pP1, P2 and P3.
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4.7. Results

Speci cally, the set CF,])P — (Bpl)l,(Bpl)zi(ﬁpl)g,ppli(sz)l,(sz)Z’(sz)g,-pm’(Bps)l,(Bpe)zi(ﬁps)g,-ppe T

can be utilized in (4.43) replacing the effective F and H . Then, the rst variation of (4.43) with
respect to q° is now expressed to be

p p
P @R = [ BPITIP AR + [ 1T PG, (4.82)

Notice that the rst term on the left hand side of (4.82) is obtained from the FE discretization of
the microscopic BVP (4.52) and the second term is obtained from the variation of the augmented
potentials, namely, the Maxwell energy, the penalty potential and the energy dus to agplied mechan-
ical stress S§*". In practice, one can simply add the augmented force vector ['9(gP)] to the global
microscopic force vector [F(q )] in order to apply the traction boundary condition (4.49) and the
Eulerian h-eld h, across the RVE.

Nonetheless, the convergenge the implicit global FE solver is ensured via augmenting further the
global tangent stiffness matrix [ K (q )] with [ kA”g"‘(gF’)], which is obtained from a further variation of
(4.82) with respect to g, such that

Ps

p p
A R SR N G R ) (4.83)

PHE) = 81T

. : PP, . _ Op
Of course, the contribution from the tangent stiffness [ kP(g®)] is already preseipt m&K (q )] due
to the discretiz%ti%n of the microscopic BVP (4.66). In addition, the stiffness [ k**9"(qP)] must be
augmentng to [K (g )] sothat the convergence of the implicit global FE solver is ensured. Indeed, the

matrices [f**9"(gP)] and [k""9"(g")] can be computed directly from (4.43) via straightforward algebraic
manipulations, which are not shown explicitly in this text for brevity.

4.7 Results

This section provides a set of the numerical nite-element (FE) computations for the effective re-
sponse ofs- and h-MREs. The results are provided here in three parts. First, in Section 4.7.1, we de ne
the RVE microsctucture in terms of specifying crucial microstructural parameters, namely, particle
volume fraction ¢, number of families of the spherical particles, equivalent number of monodisperse
spheres and particle size ratio. Upon this de nition, in Section 4.7.2, we provide the magnetization
and magnetostriction responses of the s-MRESs, having different particle volume fractions, under no
applied mechanical stress S§*". Rigorous particle and mesh convergence studies for the computed
response are also provided. Finally, in Section 4.7.3, we provide the dissipative magnetization and
magnetostriction responses of the h-MREs under proportional cyclic loading. Also, a mesh conver-
gence study is presented. In addition, some crucial observation on the effect of mechanical stretch
and shear on the remanent magnetization is discussed by the end of this section.

4.7.1 Microstructure generation and meshing

In the numerical FE computations, we consider polydisperse spherical particles comprising three
different size families with a size ratio of 1 :7=9: 4=9 and whose relative proportions with respect
to the total particle volume are taken to be 0.6, 0.3 and 0.1, respectively (Lopez-Pamies et al., 2013;
Anoukou et al., 2018). We consider three distinct particle volume fractions, ¢ = 0.1, 0.2 and 0.3.
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In order to de ne the maximum particle radius, we consider a reference number of monodisperse
particles, denoted with N, = 60. Then, the radius of the maximum particle size family is simply
Ruax=L = (3¢=4 N 1000)*2. This readily leads to R,.,=L = 0.074,0.0930.106 and a total number of par-
ticles N 130 280 and 290 for ¢ = 0.1, 0.2 and 0.3, respectively. In Fig. 4.4, we show three such
representative microstructures and their corresponding meshes, which use standard 10-node tetra-
hedral quadratic elements (TET-10). Conformal meshes with TET-10 nite elements are generated in

c=0.1 c=0.2 c=0.3

Figure 4.4: (top) Three representative polydisperse microstructures for ¢ = 0.1, 0.2 and 0.3 having approximate
number of polydisperse particles Ny, 130 280 and 290 respectively. (bottom) The corresponding unstruc-
tured meshes with quadratic ten-node tetrahedral elements leading to 155 10°, 1.62 10° and 1.50 1C°
degrees of freedom, respectively, for c = 0.1, 0.2 and 0.3.

these RVEs via employing a Python-based open source meshing software NETGEN. In particular, the
3D mesh generated with NETGEN ensures the periodicity of the RVE and also provides the multi-

point constraint (MPC) equations associated with the degrees of freedom of the boundary nodes
(4.79)-(4.81).

The same set of RVESs are used to compute the effective responses of botts- and h-MREs. Never-
theless, it is noted that, even if the total nodal degrees of freedom remain the same in these two cases,
the numerical computations with the h-MREs are way more expensive due to (i ) storage of the high
number of internal variables and (ii ) local update of the internal variable following Algorithm 4.1 at
each integration (Gauss) point.
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4.7.2 Effective response of s-MREs

In the numerical computations for s-MREs, we choose to work with a matrix that resembles a mod-
erately soft silicone and thus exhibits a shear modulus in the order of 0.3MPa. The particles are
made of carbonyl iron and exhibit a shear modulus in the order of ~ 200GPa. On the other hand, the
silicone matrix is magnetically inert having zero magnetic susceptibility, whereas the iron particles
exhibit a Langevin saturating m-h response. Following the recent work of Psarra et al. (2017), the
initial susceptibility and saturation magnetization of the iron particles is reported in Table 4.2. In the
following, we have chosen the material parameters as indicated in Table 4.2. It is noted here that use
of lower shear moduli for the matrix phase leads to very large local strains, especially between two
closely adjacent particles. This, in turn, leads to an extreme distortion of the mesh in those regions
rendering the numerical simulations extremely dif cult.

Table 4.2: Material parameters for the silicone matrix and the carbonyl-iron particles

G (MPa) GP=G i om® (T) o ( N A?)
Matrix (i = m) 0.3 500 QO — 4101
Particle (i = p) 300 500 3M® 25 4101

Due to the large actual contrast between the matrix and the particles, it is suf cient to consider G, =
1000G, to ensure numerical convergence as well as a suf ciently rigid response of the particles (see
work of Lopez-Pamies et al. (2013)). The bulk modulus of the matrix and the particle phase are chosen
to be 500times their respectivg shear modulus. Such a choice for G ensures a nearly incompressible
material response leading to J 1. In order to avoid volumetric locking, the volumetric term, i.e.,
the term involving the ( J- 1)? term in (4.15), is under-integrated by using a single Gauss point at
the center of the element. The remaining of the terms in (4.22) are integrated using a standard
4-point Gauss quadrature for the tetrahedral elements. Finally, as discussed in Section 4.6.3, the
effects of the two augmented terms in (4.43) are taken care of by introducing a ctitious element
connecting the master nodes. The FE computations are carried out by developing a user-element
(UEL) subroutine, which is then coupled with the commercially available nite element package
ABAQUS (2018). The developed code is rigorously benchmarked with analytical uniaxial loading
solutions under both mechanical and magnetic loading. Moreover, the computed responses are
probed against the analytical homogenization model of Lefevre et al. (2017).

Subsequently, we prescribe a loading path where the normal components of the average mechan-
ical traction are equal to zero. In addition, the shear components of the deformation gradient are
also blocked to ensure a uniaxial magnetostriction response. The Eulerian h-eld h, is applied in
direction 1, while the response in the other directions is on average the same due to isotropy of the
RVE. These boundary and loading conditions imply

S =SS = S%3=0, F =08i6j, h=h,=he. (4.84)

The last condition is applied by constraining jha - F THjto be zero via the penalty term in (4.43). In
all the computations, the penalty parameter s taken to be 10 3.

First, we study the evolution of the effective magnetization and magnetostriction of a numerical
RVE with the applied h for volume fractions ¢ = 0.1,0.2 and 0.3. As discussed by Danas (2017) in the
context of 2D RVES, a converged magnetostriction response (i.e. in terms of scatter of the response
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Figure 4.5: Numerically computed effective response of cubic RVEs comprising of random polydisperse spher-

ical magnetizable inclusions, coming from three distinct families. The composite is subjected to an Eulerian
h- eld along the X, direction and zero overall mechanical traction. The overall Eulerian h- eld is applied

from 0to 0.5m7 with a maximum increment of 0.01mg. (a) The effective magnetization for different particle
volume fractions. Average of the (b) parallel and (c) transverse magnetostrictions (solid lines) obtained from

10 different realizations of the RVEs with ¢ = 0.1,0.2 and 0.3, along with the 95% trust regions (light patches)
associated with each estimates.

for different realizations) necessitates a substantially large number of particles in the unit cell. The
present 3D computations also show a highly uctuating magnetostriction response in both parallel
(see Fig. 4.5b) and transverse (see Fig. 4.5¢) directions of the appliech- eld. Evidently, in 3D, the
computations become extremely costly by further increase of the number of particles beyond N ono >
60. Therefore, we follow a second approach to obtain a converged average response. This consists
in computing the effective response of the unit-cells for a suf ciently large number of realizations
but a smaller number of particles (e.g., Nmono = 60, which leads to a total number of polydisperse
particles N, 130 280and 290for ¢ = 0.1, 0.2 and 0.3, respectively). Subsequently, by considering
the average magnetostriction out of all the realizations, we assume that the response is representative
in terms of a volume element. While this approach does not constitute a rigorous method to estimate
the response of the RVE in a highly nonlinear setting, it still provides a useful assessment tool for
the analytical solutions, even though any differences found between the numerical and the analytical
homogenization model should be rationalized with extreme caution.

In this regard, we employ 10 different realizations for each volume fraction and show the average
effective magnetization, parallel and transverse magnetostrictions in Fig 4.5a, b and c, respectively. In
accord with previous studies by Danas (2017), the uctuations in the effective magnetization m, are
negligible and thus are not shown in Fig. 4.5a. Therein, the effective saturation magnetization ms of
the composite is observed to be directly proportional to the particle volume fraction, i.e., m® = cmg.
In turn, the uctuations in the parallel magnetostriction are not negligible. The continuous lines
in Fig. 4.5b indicate the average magnetostriction extracted from 10 realizations, whereas the light
blue patches indicate the 95% trust region of the random RVE response. The trust regions of the
transverse magnetostriction components are even larger (see Fig. 4.5¢) as compared to the parallel
magnetostriction one. Moreover, the transverse stretch components , and 3 of a unit cell may
differ considerably. However, the average transverse magnetostriction components are very close
indicating an acceptable convergence to isotropy (see Fig. 4.5¢). Note that the scatter of the results
observed in the average magnetostriction response is substantially larger than the one observed for

64



4.7. Results

the average magnetization response as well as the average purely mechanical response (not shown
here but can be found in Lopez-Pamies et al. (2013)). Nonetheless, the scatter in the parallel and
transverse components of the magnetostriction tend to vanish with the increase of N .

We attempt to rationalize further the previous results by showing in Fig. 4.6 representative con-
tour plots for the three volume fractions ¢ = 0.1, 0.2 and 0.3 at an ovngaII applied macroscopic eld
h=m> = 0.5. The Figs. 4.6a-f, show the nongnaIized local component b;= gm, whereas Figs. 4.6g-l,
show the local nominal mechanical strain ;- 1. A rst observation in the context of Figs. 4.6a-f
is that the particle interactions exhibit a long range, which can be larger than 4 radii of the largest
particle along the direction of the applied eld. This interaction is stronger at higher volume frac-
tions (see for instance Fig. 4.6f), while it reveals that extreme caution needs to be taken when s%h
material systems are analyzed with simpler dipole-dipole models. Also, the concentration of the b,
eld, which can reach rather high values, is strongly dependent on local particle distributions, thus
explaining partially the dif culty in obtaining a converged isotropic response under such loading
conditions and magneto-mechanical loads. In other words, by slightly changing the positions of the
particles, one can change substantially the corresponding interactions. Figs. 4.6g-1, reveal the strong
concentration of strains in-between particles. Due to particle rearrangement, we also observe signi -
cant tensile strains at various points in the unit-cell. It is further noted that these strains can exceed
the value of 1 when the matrix is softer, as was recently discussed by Danas (2017). Such high strains
can lead to debonding and nal loss of ef ciency in the magneto-mechanical coupling, unless speci ¢
fabrication steps are taken (for a more detailed discussion, see Bodelot et al. (2017)). Unfortunately,
in the present 3D study, we were not able to carry out such computations for softer matrices (e.g.,
Gn < 0.1MPa) due to computational convergence problems.

Convergence of the number of particles: In addition to a set of 10 realizations of the polydisperse
RVEs having N.no = 60 (N 290 considered in Fig. 4.5, we analyze here two additional sets of 10
RVEs each. As de ned in Section 4.7.1, in the rst set of RVES, we use the same three different families
having the same size ratio (i.e. (1, 7=9 4=9) and relative volume proportion ( 0.6,0.3,0.1)c, respectively.
Furthermore, it comprises polydisperse spherical particles obtained by setting N = 100, which
leads to a Rya=L = 0.0895(with L = 1 denoting the size of the cubic unit cell) and a total number of
actual particles N, 450 The last set has10 RVE realizations with polydisperse spherical particles
from four different families of size ratio 1.0, 0.778 0.556, and 0.333 whose relative proportion in the
total particle volume are 0.6, 0.3, 0.2 and 0.1, respectively. This last set is obtained by considering
N meno = 120, which leads to a maximum sphere radius R..=L = 0.0842and a total number of particles
No 750 The average value of the total degrees of freedom for each set of RVEs is1.5 10,27 10°
and 85 10 for N 290, 450 and 750, respectively. Notice that, the N, in these polydisperse
RVEs is not a primary variable. Rather, it is a derived quantity. The primary variables that de ne a
polydisperse RVE is given by the particle volume fraction c, the equivalent number of monodisperse
particles N .m0, the size ratio of different families and their relative volume proportions. For a detailed
discussion of these RVE constructions the reader is referred to the recent works of Anoukou et al.
(2018), Zerhouni et al. (2019) and Tarantino et al. (2019).

The average of the computed magnetostriction responses for the three aforementioned sets of
RVEs are shown in Fig 4.7a. Here we observe that, with increasing number of particles, the average
parallel ( ;- 1) andtransverse ( ,- 1, 3- 1) magnetostrictions converge to that reported in Fig 4.5b
and c, respectively. Furthermore, the scatter of the computed magnetostrictions are observed to
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Figure 4.6: Numerically computed (a-c) normalized local magnetic eld by= (m; and (g-i) local nominal

mechanical strain | - 1for three particle volume fractions c = 0.1, 0.2 and 0.3 at an overall applied macroscopic
eld h=m5 = 0.5. (d-f) and (j-I) correspond to a given cross-section of the unit-cell as depicted in (a).
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Figure 4.7: (a) Average effective parallel and transverse magnetostriction stretches, (b) scatter in the parallel
magnetostrictions as obtained from the numerical homogenization for the particle volume fraction of ¢ = 0.3
and the total number of particles Ny,  290(rmlines), N, 450(dashed lines) and N,; 750 (chain-dotted
lines). Eulerian h- eld is applied at a local point in the MRE, which is free from mechanical tractions.

decrease considerably (see Fig. 4.7b) with the increase of the number of particles.

It should be noted here that the convergence of the computed magnetostriction in Fig. 4.7a and
b is valid for the present use of energy functions (e.g. Neo-Hookean mechanical response de ned in
(4.15)). A different hyperelastic law with more pronounced nonlinearities (such as Gent hyperelastic-
ity) for the matrix phase may need additional convergence studies and perhaps even larger number
of particles.

Mesh convergence: Next, we investigate the mesh convergence of the computed effective mag-
netization and magnetostriction for a speci ¢ RVE given by Fig. 4.5 for ¢ = 0.3. In addition to
the given mesh in Fig. 4.5, we perform the computations for three additional meshes; one with a
coarser mesh with total number of degrees of freedom equal to 0.8 1(° and two with ner meshes
having 3.4 10° and 5.1 10° degrees of freedom. As shown in Fig. 4.8a, the effective magnetiza-
tion is converging rapidly for all meshes, whereas, the parallel and transverse magnetostrictions in
Fig. 4.8b and c are seen to be slightly underestimated when the coarse mesh with0.8 10° degrees of
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Figure 4.8: Computed (a) effective magnetization and (b-c) effective parallel and transverse magnetostrictions
for a RVE with ¢ = 0.3 and Ny, 290 having four different meshes with total degrees of freedom 0.8 10°
(dashed-dotted lines), 1.5 10° (dotted lines), 3.4 10° (dashed lines) and 5.1 10° (solid lines).

freedom is used. Nevertheless, the magnetostriction response is observed to converge rapidly with
the subsequent mesh re nements. Notice that in the reported results in Fig. 4.5, we use the RVEs
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Chapter 4. Microscopic Model and Numerical Homogenization

with approximately 1.5 10° degrees of freedom, which leads to fully-converged magnetization and
magnetostriction responses as observed in Fig. 4.8.

4.7.3 Effective response of h-MREs

Next, we present the numerically computed effective response of the h-MREs under proportional
cyclic loading paths. Subsequently, we investigate a couple of cases, which consider rst a mag-
netic, followed by a mechanical loading, in order to probe the effect of mechanical stresses on a
pre-magnetized h-MRE. The latter is crucial in the context of determining the dependence of resid-
ual magnetization (i.e., m® at h, = 0) on F, which is, in turn, a key information required in the
macroscopic modeling of the h-MREs and would be utilized in Chapter 6.

Proportional cyclic loading : The schematic diagram of the proportional loading direction and
its temporal variation are shown by Fig. 4.9a and b, respectively. Notice that here the time scale
is irrelevant since both the matrix and particles are de ned to exhibit rate-independent constitu-
tive responses. The proportional cyclic loading path is consider to be a simple ramp-type load-
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Figure 4.9: (a) Schematic diagram of the applied h, on the RVE along e;. (b) Loading evolution with time.
The time scale is irrelevant for the present rate-independent model.

ing/unloading. The macroscopic stress and displacement boundary conditions are considered to be
identical to (4.84).

Here we perform computations for three set of polydisperse RVEs having c¢ = 0.1, 0.2 and 0.3, all
having N, = 60. In fact, we use the same FE meshes shown in Fig. 4.4 for the FE computations
herein. The shear modulus of the matrix is now considered to be G, = 0.5 MPa, which resembles
closely to the moderately-soft PDMS (Park et al., 2018; Wang et al., 2019). The shear moduli of the
particles are considered to be G, = G, = 500 MPa, that is suf cient in order to ensure a vanishingly
small deformation in the particles. Furthermore, the matrix and particle bulk moduli are selected
to be GiO = 500G, with i = mp, which are found to be suf cient to ensure a nearly incompressible
effective response. The magnetic properties of the hard particle phase are taken to be those of the
NdFeB powder, which are identi ed in Table 3.3.1. The magnetically inert matrix, on the other Band, D
is modeled simply by setting bf, = 106bg and ¢ = 0, such that the local constitutive response b = 3h
is ensured (see Fig. 3.2a).

Since the hard magnets require a greaterh, to saturate (c.f. Fig. 1.2a and b), here the loading is
performed up to h;=mg = 3.0, in order to ensure a saturated magnetic hysteresis loop. Consequently,
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a greater number of load increments are required at each step of the FE computations for the h-MREs.
Thus, the numerical computations for the h-MREs under fully-reversed, cyclic loading conditions, as

shown in Fig. 4.9b, are 16- 20times more exp(gnsive than the s-MRE computations shown in Fig 4.5.
Moreover, the storage of the local remanent H" at each integration point and the computations for

their local evolution also add up to the storage and computation costs.

Similar to the s-MREs (see Fig. 4.5b and c), we note that, for different RVE realizations, the
effective magnetostriction responses of the h-MREs also uctuate around an average. Hence, we
need several realizations of each RVE in order to estimate the average magnetostriction response,
that is independent of the effect of local eld uctuations. However, the numerical computations of
the h-MRE responses under a fully reversed cyclic loading is extremely expensive. Thus, in order to
reduce the computation time, we rst consider the loading path to be the initial half cycle from (1)
to (Il), as indicated in Fig. 4.9b and compute the effective responses for ve different realizations of
the polydisperse RVEs for particle volume fractions c¢ = 0.1, 0.2 and 0.3. Nevertheless, the numerical
computations remain 5- 6 times more expensive than their counterparts for the s-MREs.

The average magnetization and the parallel and transverse magnetostrictions computed for ¢ =
0.1, 0.2 and 0.3 are shown in Fig 4.10, where we show the average of the ve RVE computations
along with the relative scatter in the computed results with the light-colored patches around the
respective averages. Similar to the s-MREs, the scatter of the magnetization responses are observed
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Figure 4.10: Numerically computed effective (a) magnetization, (b) parallel and (c) transverse magnetostric-
tions the h-MRE RVEs, subjected to uniaxial Eulerian hy = hie; loading from (1) to (Il) as shown in Fig. 4.9b.
The average effective responses (solid lines) along with the range of their uctuations (light patches) for dif-
ferent realizations of the respective RVEs are indicated. The RVEs of different volume fractions are comprised
of random polydisperse spherical hard-magnetic inclusions, coming from three distinct families.

to be negligibly small, whereas, those of the parallel and transverse magnetostrictions are nite.
Notice from Fig. 4.10 that, unlike the s-MRE responses, neither the effective magnetization, nor the
magnetostrictions saturates at higher h- elds. Rather, they maintain a slope with the applied h;. This
can be attributed to the inherent non-saturating magnetization response of the NdFeB particles, as
observed in Fig. 1.2b. Moreover, notice that the magnitude of the magnetostrictions are considerably
less in the h-MREs as compared to those of thes-MREs, c.f. Fig. 4.10b and Fig. 4.5b. This effect can
be attributed to the weaker magnetization of the NdFeB particles than the iron particles at higher
applied h-elds (see Fig. 1.2c), which, results in less particle-to-particle interaction forces in the h-
MREs and eventually lead to less particle rearrangements.
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Chapter 4. Microscopic Model and Numerical Homogenization

The magnetization and magnetostriction responses under a fully reversed proportional loading
are then computed for ¢ = 0.1, 0.2 and 0.3 by considering one RVE of each volume fraction. The
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Figure 4.11: Computed hysteresis loops of effective (a) magnetization, (b) parallel and (c) transverse magne-
tostrictions of h-MRE RVEs having particle volume fractions c¢ = 0.1, 0.2 and 0.3. The RVEs are subjected to a
fully reversed, proportional loading shown in Fig. 4.9. The average of the effective responses computed from
ve realizations of a RVE are shown without the uctuation patches for the magnetostrictions.
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Figure 4.12: Contours of the numerically computed, normalized microscopic b; in the RVEs after the rst half
cycle, i.e., at loading point (1) indicated on Fig. 4.9b. Three different, RVEs having (&) ¢ = 0.1, (b) 0.2 and (c)
0.3 are shown.

RVEs are selected to be those, whose responses are the closest ones to the respective averages for
each volume fractions. The resulting magnetization and magnetostriction hysteresis loops are shown
in Fig. 4.11. Notice that the effective magnetic hysteresis loops look qualitatively the same to that of
the NdFeB particles, whereas the butter y-shaped hysteresis loops are obtained for both parallel and
transverse magnetostriction components. D

Finally, we show the contours of the microscopic bi= om; elds after the initial half-cycle (i.e.,
loading up to (11)) in the deformed RVEs for three particle volume fractions in Fig. 4.12. In accordance
with the computed effective magnetostrictions in Fig. 4.10b and c, we observe very small overall
deformation of the RVEs, although the local (microscopic) strain elds may be considerably high, as
observed in Fig. 4.6 and also in (Danas, 2017) for thes-MREs.

Mesh convergence: For completeness, we perform a mesh convergence study for one of the
representative effective response. The loading path is considered to be the same as shown in Fig. 4.9b
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and the mechanical boundary conditions are considered to be (4.84). Subsequently, we consider three
increasingly re ned meshes of a RVE having ¢ = 0.3 and N, = 60 having approximate number
of degrees-of-freedom Ny = 0.8 1C°, 1.5 1C° and 34 1C°. The resulting magnetization and
magnetostriction responses during the rst half-cycle is plotted in Fig. 4.13. In accordance to the
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Figure 4.13: Computed (a) effective magnetization and (b-c) effective parallel and transverse magnetostrictions
for a RVE with ¢ = 0.3 and N, 290 having four different meshes with total degrees-of-freedom 0.8 10°
(dashed-dotted lines), 1.5 1P (dashed lines), 3.4 10° (solid lines).

mesh convergence study for the s-MREs in Fig. 4.8, we observe from Fig. 4.13a that, the effective
magnetization responses remain identical with the increasingly re ned meshes. Furthermore, the
parallel (Fig. 4.13b) and transverse (Fig. 4.13c) magnetostriction components are also observed to be
converging with the increasing re nement of the meshes.

Effect of mechanical tension and shear : Next, we investigate the effect of mechanical tension and
shear stresses on a pre-magnetizedh-MRE. To accomplish this, we consider the mechanical stress
and displacement boundary conditions to be

SN=SB =% =S50 $%60 $H60 and Ry =Rs=FR =0 (485

where the speci ¢ forms of SP%5 and S will be provided at relevant places and lastly, the three
displacement conditions in therms of Fare imposed to ensure no rigid-body rotations under applied
S5 or I

Notice that, the rst half cycle (I) — (Il) leads to a permanently magnetized h-MRE upon the com-
plete removal of the applied h; at (Il). The mechanical stresses are applied subsequently in terms of
applied (i) S;%5 = S35, Spf5 = O and (i) S;%5 = 0, Sph = S{5*", while all other independent me-
chanical stress components are given by (4.85). We note that, unlike the magnetostriction responses,
the mechanical loading responses of a pre-magnetized h-MRE do not uctuate with the RVE real-
izations under applied Sj5" or S[5®". This is simply because the applied mechanical stresses induce
considerably high amount of strains in the material, as compared to the magnetostriction responses
under proportional loading, which has a maximum magnitude of 5 10 2 (see Fig. 4.10b). Moreover,
Fig. 4.10b shows that, the maximum magnitude of uctuations in the effective strains ae not more
than 5 10 #. Although such uctuations signi cantly modify the magnetostriction responses, their
effects on the coupled magneto-mechanical responses, having strains in the range of 0.2- 1.0, are
negligible. Also, notice from Fig. 4.13b and c that, a relatively coarse mesh do notalter the resulting

71



Chapter 4. Microscopic Model and Numerical Homogenization

magnetostriction responses substantially.

Consequently, in order to reduce the computation cost, we consider a monodisperse RVE, with
Nmeno = 60, having a particle volume fraction c¢ = 0.2. Instead, the effect of matrix shear modulus
is investigated here for three distinct G, namely, G, = 1.0, 0.5 and 0.3 MPa. The corresponding
shear moduli of the particle phases are considered to be G, = 100G, which is a suf cient contrast to
ensure negligibly small strain components in the particle phases. All other material parameters are
considered to remain the same as de ned in the previous proportional loading case.

Figure 4.14b and c shows that the current remanent magnetization remain unaffected by the
mechanical stretch, shown in Fig. 4.14a, that is induced by the applied Sj5°'=G,. Moreover, the effec-
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Figure 4.14: Deformation of a magnetized RVE having c¢ = 0.2 and monodisperse spherical inclusions with
N mono = 60, under applied uniaxial tensile stress Sg“egg = S';e‘”‘, whose temporal variation is shown in the inset

of (b). Numerically computed effective (a) parallel stretch - 9 under the applied Spse" and variation of (b)
m; and (c) m, under the same are shown for the matrix shear moduli G,, = 1.0, 0.5 and 0.3 MPa. Contours

of the normalized microscopic b; in the deformed BVES having (d) G, = 1.0, (e) 0.5 and (f) 0.3 MPa, under
applied SJ5"=G,,= 1. Directions of the microscopic m in some of the particles are shown by yellow arrows.

tive magneto-mechanical responses du% to the applied normalized stress SJ5®"=G,, remain unaffected
by the matrix shear modulus G, The b= gm; contour plots in the deformed con guration under
*h=G, = 1in Fig. 4.14d-f show that the permanently magnetized particles only get rearranged by
the applied uniaxial tension, without being rotated. For visual illustration purpose, we indicate the
average directions of the local magnetization m in the individual particles by yellow-colored arrows,
as shown in Fig. 4.14d-f. Notice that all these arrows remain aligned to the 1 direction, i.e., in the
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direction of their pre-magnetization, under applied Sj5°". Thus, since the Iocal% is nite onlyin the
particle phases, effectively, the averagem remain independent of mechanical stretch.

To elaborate further on the effect of mechanical stretch on the average magnetic B and H" elds,
and their Eulerian counterparts b and h", we numerically compute the ensemble average of these
quantities over the volume V3 (or equivalently V# for the Eulerian elds) and plot them with respect
to SI5"=G, in Fig. 4.15. Subsequently, we note that, even though the mechanical stretch affects
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Figure 4.15: Numerically computed (a) b, B; and the e; component JF b and (b) average remanent elds h’,,
H!, the e; components of FTh", where F and b are obtained from the numerical computations under applied
Sps"=Gy, whose time evolution is shown in the inset of Fig. 4.14b.

the resulting Lagrangian B, the computed effective H" remains independent of SJ$°"=G,,. In turn,
Fig. 4.15a validate the fact that the pull-back transformation of b is given by B = JF b, since the
solid and dotted black lines coincide. In contrast, Fig. 4.15b shows that the Eulerian h" and its
Lagrangian counterpart H' do notcon rm to the pull-back transformation H' = F'h". Instead, H'
and h' are observed remain the same under applied Sj5*"=G,, This is a crucial observation, which we
will recall in Chapter 6, while proposing a macroscopic constitutive model for the h-MREs.

Next, the effect of applied shear stress S[$*'=G,, on the effective m is shown in Fig. 4.16. The
applied S[5"=G, leads to a shear strain 1,, whose evolution with S[$"=G,, is shown in Fig. 4.16a.
Moreover, it is observed that the effect of G, on these results remain negligibly small. We subse-
guently notice from Fig. 4.16b and c along with the inset of Fig. 4.16b that m undergoes rotation
under the applied S[$°'=G,, resulting in non-constant m; and m, values, even though jmj remains
constant. Hence, the change inm; and m» caane clearly attributed to the particle rotations. In this
regard, Fig. 4.16d-f show the contour plots of b;=mj in the deformed con guration, which clearly
show the particle rotations in the RVE, as indicated by yellow arrows. We also notice that the average
particle rotation is approximately equal to the macroscopic rotation R, which can be computed from
the polar decomposition of F.

The effect of applied shear on the magnetic induction b and its Lagrangian counterpart B and the
remanent eld h" and H" are investigated subsequently by plotting their evolution under applied
STeeh=G,, in Fig. 4.17. The comparison of the 1 and 2 components of b, B and the computed JF b in
Fig. 4.17a and Fig. 4.17b, respectively, ascertain that the currentb transforms to the Lagrangian con-
guration via the pull-back transformation B = JF 1b. Furthermore, Fig. 4.17c and Fig. 4.17d con rm
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Figure 4.16: Deformation of a magnetized RVE having c¢ = 0.2 and monodisperse spherical inclusions with
N mono = 60, under applied shear stress S‘;“efg = 8", whose temporal variation is shown in the inset of (c) (time

scale is irrelevant for the rate-independent models). Numerically computed effective (a) shear strain 1, by the
applied S[5*" and the variations of (b) m4, (c) m, and (b)(inset) jmj under the same are shown for the matrix

shear moduli G,, = 1.0, 0.5 and 0.3 MPa. Contours of the normalized microscopic b; in the deformed Q{Es
having (d) G = 1.0, (e) 0.5 and (f) 0.3 MPa, under applied SJ$*"=G, = 1. Directions of the microscopic m in
some of the particles are shown by yellow arrows.

that, the pull-back transformation of h" is given by the relation h" = RTH" and not by h" = FTH",
In this regard, we notice that the macroscopic primary h and its conjugate b have their Lagrangian
counterparts are de ned via (4.34) and (4.38), to be H = F'h and B = JF b, respectively (see also
(Ponte Castafieda and Galipeau, 2011; Javili et al., 2013)). In contrast, the remanent internal variable
h" has no such rigorous de nition of its pull-back transformation. Nonetheless, the observations
from Fig. 4.17c and Fig. 4.17d along with the uniaxial stretch results in Fig. 4.16b suggest that the
Lagrangian counterpart of the current h" may be de ned to be in a stretch-free intermediate con gura-
tion and, consequently, the mapping between h" and H" may be de ned via an overall particle rotation
tensorR,.

This rotation R, is found to be identical to the macroscopic rotation tensor R under the speci ¢c me-
chanical shedoading Sjs°". This pull-back transformation may not necessarily hold for other coupled
magneto-mechanical loading paths, where the particle rotations may not be identical to R. This point
will be elaborated further in Chapter 6. In this context, we recall that there is no rigorous analytical
estimate for the microstructural particle rotations under applied magneto-mechanical loads. Thus,
to this end, one can only estimate such effectiveparticle rotation tensor R, via the full- eld numerical
computations under a prescribed loading path.
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Figure 4.17: Numerically computed (a) b, B; and the e; component JF b, (b) b,, B, and the e, component
of J& b, (c) average remanent elds hf, H}, the e; components of FTh" and RTh" and (d) h}, HY, the e,
components FTh" and R"Th", where F, R and b are obtained from the numerical computations under applied
S[5"=G, whose temporal pro le is shown in the inset of Fig. 4.16c.

4.8 Concluding remarks

In summary, this chapter presents a general framework for the incremental numerical homogeniza-
tion of dissipative magneto-mechanical composites in a fully Lagrangian setting via de ning an aug-
mented variational principle. Speci c local (microscopic) constitutive relations for the iron/NdFeB
particles and the Neo-Hookean matrix are also provided along with the specic forms of element
force and stiffness matrices, which are utilized in th%FE computations. Furthermore, the local up-
date algorithm for the microscopic internal variable H' is provided explicitly. The key advantages of
the presented incremental homogenization framework is listed in the following.

1. The presented incremental potential-based homogenization framework is the exact equivalent
of that developed in the context of mechanical elasto-plasticity (Miehe, 2002; Miehe et al., 2002).
This framework rst de nes an incremental potential energy (also referred to be the reduced
potential (Carstensen et al., 2001; Miehe et al., 2011; Rosato and Miehe, 2014)) as a function of
the energetic and dissipation potentials. This incremental potential is then treated as a quasi
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energeticequivalent of the dissipative system, speci cally at the current time increment t =
Subsequently, the associated homogenization problem is de ned via the standard energetic
homogenization problem (Ponte Castafieda and Galipeau, 2011; Galipeau and Ponte Castafieda,
2013; Javili et al., 2013; Danas, 2017; Lefévre et al., 2017) for magneto-active composites, but

here at the current increment t = . Notice that the fully energetic homogenization problem is
independent of the time increment, whereas the proposed incremental framework for h-MREs
is not.

2. Fully objective and thermodynamically consistent constitutive models for the two phase hard
magnetic composite are proposed for the matrix and particle phases in Section 4.2. A nearly
incompressibleesponse is ensured by setting the bulk modulus G° = 500G for both i = mp.
Furthermore, the speci c form of the non-dissipative, soft magnetic model is provided therein
after taking the limit of bg ! 0. In fact, as pointed out in Remark 4.1, one can retrieve the
energetic homogenization framework of Lefevre et al. (2017), from the proposed F- H incre-
mental homogenization setting directly via substituting b° = 0to (4.19). Hence, one can treat
the homogenization problem for s-MREs to be a special case of that proposed in the context of
h-MREs in this chapter.

3. Suitable augmentation to the incremental homogenization variational principle is provided in
Section 4.5. This augmented variational principle, in turn, enables the numerical homogeniza-
tion to yield a coupled magneto-mechanical response, that is free from the boundary and shape
effects.

4. As detailed in Section 4.6, a fully Lagrangian F- H-based microscopic model is considered here
for the nite-element computations. Since the F- H can be treated in a numerical setting to be
in terms of the mechanical displacement eld u and a scalar magnetic potential * , it reduces
the nodal degrees-of-freedom as compared to the vector potential-based F- B model (Danas,
2017).

The resulting effective responses are shown rst for the s-MREs via de ning the RVEs to be com-
prised of a random polydisperse spherical inclusions, coming from three distinct families. Later, the
same RVEs are used to compute the effective response of then-MREs under proportional magnetic
loading. The qualitative effective responses of the s- and h-MREs are observed to be the same, ex-
hibiting realization-dependent uctuations in the magnetostriction responses, while no uctuation
in the effective magnetization is observed. Finally, the effect of mechanical tension and shear in the
pre-magnetized h-MRE RVEs are investigated. Crucial insights on the stretch-independence of h'
is obtained therein, which will be recalled in Chapter 6 while proposing a macroscopic constitutive
model for the h-MREs.

Appendix 4.A. Pull-back transformation of effective Eulerian eld h

In this appendix we drop the subscript  from the elds for brevity. Nevertheless, the relation derived
herein holds for any discrete time  during the entire loading/unloading path. We express (4.34) in
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terms of the index notation as

z

1 p
Hj dV =- Tjav. 4A.1
Q; , i V#a% ; (4.A2)

hi ng vi
Iéere the curI free condition on IB aIIows to write the latter in terms of a scalar potential P such that

=- Grad' (ce,r equivalently, H; = - I) From the divergence theorem and the divergence-free
property of @ @, we recast (4.A.1) to read

z

1 p
h =- 431 N; dS. (4.A2)
TV et @

where N; is the unit normal 061 the reference boundary @/%. Notice that, in V4, the scalar potential
is de ned by (4.33), to be © =- HyXy + U with U periodic (i.e. takes identical values in opposite
faces of the periodic boundary). Next, substituting this last expression in (4.A.2), we obtain

z p z
hi = % qQHkaNj ds- UQN,— ds , (4.A.3)
0 @vf @ @f @
where we recall that the effectl\@ '3" is constant. The second term in (4.A.3) is identically zero since
U |srpe|aod|c and the term N; @=@; is anti-periodic (by simple use of the divergence-free property
of @=@; ). By employing tlbe Bwergence theorem in the rst term of (4.A.3) together with the
divergence-free property of @=@; , we obtain

p
1 l
hi = I QHK Kj dv = = # g av H] (4A4)
Mo vi @ Vo Vi @

P P
Again, using the divergence-free property of @=@; , the last term in the square brackets is simply
equal to the average @J=@F such that

hi = =F'H, o h=FTH. (4.A.5)

Appendix 4.B. Element force and stiffness matrices for TET-10 elements

This appendix provides the speci ¢ forms of the gradient matrices [ 85] and [8?] and nally the
element force and algorithmic tangent stiffness matrices fBr a bO-Boqg tetrahedral (TET-10) element.
The position of the nodes and the local coordinate system ( 1, 2, 3)adheredtoa T TET-10 element
are shown in Fig. 4.18. Furthermore, given the nodal reference coordinates X", with n = 1- 10, the
global reference coordinate system X can be expressed in terms of so that (4.51),

X0 p
X= NOC)XO, (4.B.1)
n=1
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&
Figure 4.18: Local coordinate system along with the position of nodes in a 10-node tetrahedral (TET-10)
element.

where N®( ) are scalar-valued element shape functions associated with the TET-10 elements. Con-
sequently, the Jacobian matrix associated with the the last transformation is given by

0 0
p X0 @ P X0 Fm
J= % = % X0 or, gy = %x}”). (4.B.2)
@ n=1 @ n=1 @I

Now, the unknown variables in the element e can be expressed in terms of the element dofs Ee],
V\r/)hichbis 8 conpn veﬁtobhapying the dimension 40 1. TBe element primary variables vector, namely,
fuy, (),Uz, (),Us, ()," ()d is expressed in terms of N™ and [g®], such that

8p p9 20 p o. . p
sh gz  NOO o o o .. R’ o 0 0
b, (I g o NOC) o 0o .. 0 N(0)(") 0 0 :
§83, )3 0 o N@OC) o .. 0 0 N@W() o0 D3
PRy e 2(10),P (10)
() 0 0 0 N@OC) .. o0 0 0 NU@O()

URN W

" VRKKRARKRRARRRR,  /AKKKRRAKKARRRRAY 00
of TCOCTCO
SOENERE

| NAXKKRRXKKRRRXRR/ €O

which is equivalent to (4.51),. The derivatives of the primary variables with respect to the local
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coordinate system is obtained from the last equation to be

20 0 3
8 @, - p19 ¢V o o o .. g o 0o o
@, B W o o o (0 9 0 038 pw 2
1, =@ 2 52 o1,
@, = 6" o o o Gl o 0 0 Pa)
1, =58 5 0 S 0 us
@, = o &Y o o o G o o b
2, =@1 1 1 Us
@>. -@ o &Y o o o & o o Py
@, =@ _Bo0 G’ 0 o o G§¥ o 0 T
@, =@ o o &' o 0 o &' o L3
ds =@ o o GV o 0 o G o o
d = 851) 8(210) P(io)
L =@s o o Gy o0 0 0 Gj 0 us
@ﬁ _ 0(1) 0(10) P(io)
=@ o o o & 0 0 0o & D3,
d =G o o o GV o o o gu5 T
; @g) _ P 2 2
=0@s o o o &Y o o o G

which we express in terms of compact notation, that is [ é =@IDO] = [8][86] with [ 8] g'%en bya 12 40
matrix fod the present case of 3D element having 48 dOE,S- Notice that, the notation 85”), used in the
matrix [ G], essentially represents the derivative of K®( ) with respectto ;, so that G = @lM=@;.
Furthermore, we notice from (4.59) and (4.66) that the gradient of q is taken with rﬁspect to the
reference coordinate X. Nevertheless, [@ =@X] can be expressed in terms of [@ =@] in terms of
utilizing the Jacobian matrix, such that

2
8 & oy 5—111 Eizl p-131 o 0 0 0 0 0 0 0 0 3851, =@519
L =@X% [}211 ﬂ_zz1 s 0 0O 0 0 0 0 0 0 0 dl, =@
| @x Li B B o0 0 0 0o 0o o o 0o o0%ZEad, -
) —@X 0 0 0 i} gEd gk 0 o 0o o 0o o0%Fa, -
2, =@X 0 0 0 6211 ﬂ_zzl 623 0 0 0 0 0 0 2, :%2
2,=@% _6 0 0 0 J' Jib Jd o0 p0 o 0 0 0 a.. :@3‘
3, =g§ 0 0 0 0 0 0 [ Ji Jd O 0 0 @s, @13
3, = o 0 o0 0 0 0 L' L Li O 0 0 3, =@
~@% 0o 0 0 0 0 o0 il %;Ql isl 9 H P @ :%3
- G, =OX ©o 0o o o0 0 0 o0 0 o0 -pi-Ti .h1 @ﬁ =
) -@X% 11 Blz 13 %1
T @ =ex 0 0 0 0 0 0 0 0 0 -% -k; -Jg =@
o 0o 0 0 0 0 0 0 0 -J! -3t -3 @ =@’

o p o
Again, the last can be expressed in corﬁmpact form to be [(5 =] = [J ][d =@], where [J ]is a
12 12 matrix in terms of the inverse of J. Theonegative sign associategwithgle negative gradient of
P is taken care herein with the de nition of[ J ]. Finally, the matrix [ G] = [Gy - G: ]T is given by,

0 O O
[G]=[J ]G], (4.B.3)
which relates the [& =@] with the nodal dofs, so that
0
(@ =a = [CI1§°] (4.B.4)
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@)
Notably, here [G] is a 12 40 matrix and [pge] isa 40 1 column of nodal dofs. The set of 10 shape
functions in terms of the local coordinate  for the TET-10 elements read

0 0 p P 0 P P @] P P 0 p
N® = (1- b)a- 2b), N@="1(2 ;- 1), N®="5,@2,- 1), N¥="523- 1), N®=4,01- b)
o] PP 0 p 0 p 0 PP 0 (S
N® =4, N =4,1-b), N®=4;1-Db), NO=2, N@ =47, 5,
p P P Q . . : :
where b = 1+ 2+ 3. The elements of the [G] rBatrlx can then be obtained via computing the
derivatives of these shape functions with respectto ;. D
Consequently, the element force vector [fe(SE)] and algorithmic tangent stiffness matrix [ ke(Se)]
for the choice of TET-10 elements follow from their de nitions in (4.59) and (4.66), such that
p P pp op O p
e@ey = PUger 500y ECOYT @i =@ ( 1, 8e (4.B.5)
|=1

and

p xop P (@) (@]
ke@ey =7 POger 300y &P0y T L, P08y 0y (4.8.6)
I=1

respectively. Here fhe matrices [g(p(l))] and [8(p(|))] are the Jacobian and graglient matrix, respec-
tively, evaluated at = () and ngp is the number of Gauss points and R0 and "0 are the weighting
factor and local coordinate, associated with the | Gauss point. As discussed by Zienkiewicz and
Taylor (2000, p. 223-224), a four-point Gauss quadrature is adequate to epsure convergence of the
implicit FE solver. Thus, we choose ngp = 4 and the corresponding P0 and O from the Table 9.3 of
(Zienkiewicz and Taylor, 2000). Exceptionally, we employ a 1-point Gauss quadrature scheme to inte-
grate the force and stiffness contributions from the volumetric potential involving the bulk modulus

G2 This is done to ensure the numerical results remain free from the volumetric locking which arises
due to the high bulk modulus G° G if integrated with the 4-point Gauss quadrature. Notably, the
1-point quadrature rule can also be found in the 'I('g\ble 9.3 of (Zienkiewicz and Taylor, 2000).

It remains to provide the explicit forms of ~ @v" =é ( (”,pe) Snd L,@O, ( <|),cp|e) . Notice from
54.59) an8 (4.66) that these matrices are expressed in terms oF , H and H". At the |" Gauss point,
FI) and HO ar computed in terms of, respectively, the nodal 8(“) and P along with the Gauss
point locations ~ () via (4.B.4). Speci cally, F) is expressed in terms of [@im, =@X]P_P,,, such that
Eq) _ ) @gi

i ij + @7* p: p(l). (4B7)

0]
Similarly, AO is expressed in terms of [@P =@X]P_P,, obtained from the left-hand-side column
vector of (4.B.4), so that . ~
.. @

—_— . 4.B.
E @x P_Py (488)

Finally, providedO (F)|(|), the local updatein the remanent 8d is computed via 6Igorithm 4.1, which

takes A1) and A{) as the input parameters to yield H"1. Notice that, A" i%stored at each
Gauss point after each convergedoqlobal Newton iteration, which is then used as H{’(') during the
subsequent iteration. In practice, A0 is stored by de ning 12 state-dependet variables (SVARY per
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element in the user-element (UEL), that is developed to solve implicitly the global FE equation (4.53)
in ABAQUS 01

p P,y O 0,
Thus, @vH= @5 (0 q ¢) and L ag, ( "0 q ¢) are computed in terms of F, A" and A1), such
that

0O @)
ar=@ (0.5 %’V— @’— VA A A
, 12@13@21@22@23

«T

%’L%L%’L%%% . @BY

= (I)

which is a 12 1 vector evaluated at the Gauss points. Consequently, element force vector of di-
nben3|orb40p 1 is obtained via substituting the last and (4.B.3) into (4.B.5). Similarly, the matrix
L ag, ( ©,08) having dimension 12 12is given by

2p_ P P, 3
D IEC LR (N A|go )1112 (bNgo PRI (N A|go )113
0 P b (LR Dzin (LEE, 1212 (LES dizz (LEE D123
Lago, ( ©,0°) : 5 : : : (4.B.10)
(bAIgo )211 (pAlgo )212 ('pAIgo )22 (pAIgo )23
(LEE Jsn (LEE, a2 (LA sz (LR D P_Pg,

Notice that I?Ngo, (0 qe) is not symme&rlc in bts gs:neral form. Nevertheless, we observe from
(4.60) that, for purely energetic s-MREs Ldg ( 1),g%) becomes symmetric. Also, some speC| c
choice of the microscopic potential energy W' are found to yield a symmetric L ag . ( (|),q ) for
the general dissipative case. However, this is not a general observation.

Derivatives in (4.B.9)and (4.B.10) Notice that the compuéaﬂons of (4.B.9) an% (4.B. 1% require
the rst and second derivatives of the incremental energy W" with respect to F and H . The
rst derivative is given in terms of the index notation by (for clarity in the notations we henceforth
suppress the subscript )

@) 0 O P 0. P O. P O, b «
H H X H H fH H @@HHr H @Hr
e ey "t eya , eyas @, @y A’ (4.B.11)
@i @ p=1 @ @ @l @; ef" @y af @
and -
0O 0O O b O b O P, «
H H X H @H H @HHr H @Hr
g %4&+ @, ,a" ey (4.B.12)
@i @i -4 Of @ @ @ Q" @

P, P P
where we drop the 15, 151" and 15" terms from the fornBr and the mechanical invariant dependence

from the latter since they are independent of F and H , respectively. The second derivatives can
then be computed leading to the expressions in terms of mdex notations

p \%),H x3 " @C\),H @? € e « @C\)/ @p OH
g = §Y% -7 G O %%% + %HF%F+%
D @I] %kl pal @p (@;;Ij @;Jkl D p:lq:]o @p@ @ @5 @l @kl @5
[ HHr H o @Hr WH @H @t WH  @bHr D
@iy, E‘é/}_i—ﬁ@—fp—+ @pH— s @5 . %@p@% Q@% (4.B.13)
@Fqg OF @Gy Q)2 Ga @QE7)? @y @ @ 2 @ @
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0 "0 P 9) 9]
p wH @VH @IH H | HHr @’VH | Hr
Lix' = g;w = +%%+ %q@m
a i @k A éu—@*%? @t @y @k @ @ @«
@\%)/H pH plSH \%)/H @F))HHr @?HHr @\?/H @Hr @?Hr «
+$%5— + —B——P—+ Pp—-P P , (4.B.14)

@t ay @ @it @y @ @2 @y @k

0 -0 p @) p 0 p

H o H H H HHr H Hr

EH'H _ gw _ ay" @iy | @iy . avt @l
@'ll@'lj q=4 @qH @'I|@'|J @qHHr @'Ii@'lj @qu @'I|@'|J

0 o) 0
wWH H aH VH HHr - /HHr wWH Hr aHr
LG G, QY O Oy GV G s

Notice that, we only show the second-order tangent derivatives those are relevant te)the proposed
constitutive mod% given lay equation (4.14). Thus, all the second-order derivatives of W" with respect
g two different 1% Bnd Ig)pare dropped henceforth. Also, note that the second-order derivative of

H with respect to I3 and I is dropped from (4.B.13), since it vanish identically, given the form of
WH in (4.14).

: . o p p
Since the partial derivatives commute, one can set L{i" = L. However, we note from (4.65)
that the algorithmic ( L ) 6 (LZZ'0 )ik - The algorithmic consistent linearization (4.60) leads to two

Algo
additional tensors of second derivatives given by
(@) "0 p O p O P
P, wWH @VH @|H H | HHr @'VH | Hr
Lill'-lk':z r= 49:49—5%4- HHr p r+$I? 5r
1% @ @i @7 GO, Oy GG, L b
WwWH H H WwWH @HHr @HHr WH @Hr @Hr
GGG QW 0T 0T, GV GG ueag
@z ay @, a@f™)? @y @ a@i)? oy o

0]
WH @H @H WH @HHr @HHr WH @Hr @Hr
+ $g£?+ Lﬁ“%ﬁ“k+ —@%}——&—& . (4.B.17)
i j . . r

SinE)e the dissipation potential (4.19) is de ned only in terms obthe material rate of H', we observe
no DM to appearin (4.B.11)- (4.B.17). Also, the evaluation of L0 necessitates the evaluation of the

Algo
local remanent b- eld B' and its rst variation thereafter. The former is given by (4.11), which now
reads -
@) O, P o, . b O, P «
p @'VH o @'VH @H H @HHr @VH @Hr
Bi=- —p—=- —p——p-+ %‘V—%tp+ 5 . (4.B.18)
@] =4 @ @[ Q" @ of @i

p
A variation in B'" is then given by (4.62), such that

P PurP Poy P Py P

Bl =- LIkF R - L' Hj- L (4.B.19)
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p r r . .
where we use the commutative property of the subsequent partial derivatives and L"H H" is given by

0 o) p o. p 0 p
P, . H X H |H H | HHr H | Hr
Prn - gw _ @y @51 . @ avt @iy |
@@ -4 QF @@ O @@ af @i e

@\?/H @H @H \%)/H‘ @HHr @HHr @\?/H @I?Hr @I?Hr «
=p— p- g+ L+%+ —p— PP . (4.B.20)

The tensors (4.B.11) (4.B.20) are evaluated at each individual Gauss points and subsequently used
in (4.B.5) and (4.B.6) to nally compute the element force vector and algorithmic tangent stiffness.
We write the expressions (4.B.11)- (4.B.20) explicitly in the ABAQUS UEL routine. The algorith-
mic tangent stiffness tensors are then numeriaally computed via substituting (4.B.13) - (4.B.17) and
(4.B.20) into (4.65). The scalar derivatives ofW" with respect to the invariants in (4.B.11) - (4.B.20)
are straightforward to evaluate. On the other han% tBe exp@ssions for the rst and second deriva-
tives of the invariants in Table 4.1 with respectto F, H and H' are rather involved. These derivatives
are provided in the following. b O 0

Derivatives of the invariants with respectto F, H and H" : For ease in the numerical implemen-
tations, we provide the derivatives in t%ms of the index notations. First, the derivative of the purely
mechanical invariants with respect to F; are given by

p p p p

P pp pPp P 09
%1*=2F|j, %zz(llﬁj - EaFabFDj), %i:g: thil'
@ @ @ @

p p
Evidently, the derivatives of the mechanical invariants with respect to H; and H{ vanish identically
and hence, are not provided explicitly. The derivatives of the magneto-mechanical invariants are now

given by D D
4@&1 @HHr @Hr
=\ 4é7 = O! 4é17 = 01
@¥u @;IJ 1j
@F))H P @F))HHr p @F))Hr H @HHr P @F))Hr p
Q- YBo-f, Yoo Qoo 9% -, Yoo
H HHr Hr
E BRI, O R RERE . BRI B RIRE R
ij ij ij
éH p.p p éHHr p.p p éHr éH HHr p .p p 6Hr p.p p
@?= 2R, 'Foy Ho, —Pp— = Ry'Fyy HE, gi— 0, gf 0, 4%@{, = Fa'Fap Ho, @L = 2R, "Fyp Hi,
| | I i i i
Subsequently, the second derivative of the mechanical invariants with respect to F; are given by
@? @Fj Pp .P P .P
PP =2 i, —p—p—=JF 'R’- R'RY,
@ (g;kl @ @
| PP Y PP PP PP
&P@%&:Z(Zﬁj Fa +11 ik j - Rl R - kFaFa - ji Fib Feo )
ij |

P, P p p
Notice that all the second order derivatives of all 15, 15" and 1§ with respect to F; vanish identically.
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I p, P P ,
Next, the second order derivatives of the 1t , 151" and 1E" invariants are given by

p
|H "npb _p.pP_pP P_P P_pPp P .P_PDP P_pP pP_P PpP.P
o2 BTRIRIR RIR « BTRCRIRIA RO RTR RSR RIRT
|jp |
| HHr p_p.P_P pP_P p._p p.pP_P P p_p p_p p.pP
@ Eé;k = EIT F}alF;leHb FI(CTHE + EaTHa Flhble.)cTHrc F}k1+ EaTHa F[(bTHL thchE:IT +
ij |
P_P . P_P P_P P_pP P.RP_PDP P_P P_P P.P
0 FiT Fa'Fp Hh Rc'He + F.'HL Rpy'RHe Rl + FTHL Ry'He FlRyT
Hr "npb _p pP_pP P_P P_pP P .P_P P P_P P_P P.P
@@l@k =2 EIT F}alFabTHE chTHrc + I:iaTH;l F[blFE)cTH{: ijl+ F;aTHg F[<bTHE1 F;ch::IT
ij |
p p
@It Nfp _p .pP_p p.p p.p_0 @IH
F a2 RIRRI ¢ BTH RIRS £ B0
|1p [ k
| HHr "np _p .p_p p._p p.p_0O
g—s@lﬁ: Fi F}blFbcTHE + R, Hy ':jblFka ,
|1p k
HHr "np _p .p_p pP.p p.p_0O
Bop = BT RIRI ¢ RTH RIRT
j k
o o Mip _p P p p.p_0
£ -0 F 2 BIRRIAD - RIRORRD
@ @k @ @
p. p p p.p P
inally, the second-order derivatives of 15,15 15" and 1H,1HH" 1" invariants with respect to H; and
H read
: F|:)H ?HHr r|:)Hr
=2, ip-=0, @& =0,
@ O @ O @ @
?H o %??Hr _ ?Tr o
- ’ - |Jl - )
@] @; @] @i @] @;
?H ?HHr r|:)Hr
ﬂ?:\FF =0, ‘p-=0, 4 =2,
p p p
H PP HHr Hr
% = ZFIalFéjTl %Ii& = 0; |5 = O,
@ O @ O @ O
g _ i e it _
r =0 r = Fa Faj ' r =0
@ @& @ @& @1 @,
F|)H F|)?Hr ?Er p lp T
=0, =0, = 2Fia I:aj
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Appendix 4.C. Residue and derivatives in local Newton iterations

This appendix provides the expressions fordhe vector (S(I?I') and scalar (Igor) residues associated
with th%comput%tion of local increment in  H' via Algorithm é.l. Notjce from (4.69) and (4.70) thst
both R"" and R " require the expression of B" in terms of H and H""™ . The expression for B
is obtained via substituting (4.14) into (4.B.18) along with the relevant derivatives of the invariants
given in Appendix 4.B, such that

e
p

Q
l+C 1t H -

Br (8 gr,trial ) = O .
2 p p ms jHr,triaI J

(4.C.1)

Since the evolution of gf is only relevant in the particle phase, the material properties of the hard
magnetic particles are used in (4.C.1). Consequently, the residues are computed via (4'%93 and (4p.?30).
In turn, the IocabNewton iterative solver (4.71) requires computing the derivatives of R" and R '
with respectto H™"™ and piH mal - so that

Pa p p
po o B by @ 00 0 &o -
HTH' = H trial gror ar B ;
R @'_Ir,trial =1-2 i W’ R W =-2B ,
ROk @%Or & b, po,o, @gor
R

@?_Igr Jtrial = 2@_|Qr Jtrial B ! R 6H Jtrial = 0.

p
ote that the last set of derivatives require the evaluation of the derivative of B" with respect to
H""  which from (4.C.1) reads

@pl‘ 0 h o(’) jgr orial J ms h O, Jgf strial J « 8( trial ﬁr Jtrial «

= o’ Yan oy
ﬂi@qrmal o (fp ) ms T AT il (fp ) ms STrmal o el (4C2)
| ' ’ R P JRETE G HEE

o .
Finally, the linear set of equations to compute the increments H""@ and piH'"""" reads from (4.71)

to be 8 po 9
ZgngH)r BS' gr ggr Sr RS'O' 3 8 (pr,trial ) 9 ESVE
po pEo po pooz3 B hZ P&,
RE'H RH'H RH'H RrRH ( I trial )2— RH"~
p@')‘Lror pézror pé’sror péror rtrial =" pér ' (4C3)
RH H RH H RH H RH § (H ial )3 E RH E
p¥o p¥o p¥o pdo T Phua > pd,:
R, " R,H R,H R i R

The last is solved in the UEL at each Gauss point in order to implement the Algorithm 4.1.
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Chapter

5
I Microstructurally-guided Continuum
models for s-MREs

Chapter summary : Explicit, phenomenological models for ®#%IREs are proposed here in bdth H and

F- B (or equivalently,F- h andF- b) variable spaces. These models are constructed so that they recover
the same purely mechanical, initial and saturation magnetization and initial magnetostriction response of
the analytical homogenization model of Lefévre et al. (2017) for all sets of material parameters, such as the
particle volume fraction and the material properties of the constituents (e.g., the matrix shear modulus, the
magnetic susceptibility and magnetization saturation of the particles). The functional forms of the proposed
phenomenological models are based on simple energy functions with small number of calibration parameters
thus allowing for the description of magnetoelastic solids in a more general setting. This, in turn, makes them
suitable to probe a large set of experimental or numerical results. The models of the present study show that in
isotropic MRES, the entire magnetization response is insensitive to the shear modulus of the matrix material
even when the latter ranges between 0.003-0.3MPa, while the magnetostriction response is extremely sensitive
to the mechanical properties of the matrix material.
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In this chapter, we present two distinct families of theoretical models; an “implicit” one obtained
by a rigorous homogenization analysis (Lefévre and Lopez-Pamies, 2016; Lefévre et al., 2017) and
“explicit” homogenization-guided phenomenological models, which are calibrated to recover the
implicit homogenization estimates for a very large range of material parameters. In particular, mo-
tivated by microscopic images of standard MREs (Semisalova et al., 2013), we consider in this study



only the case of spherical mechanically stiff but magnetically soft inclusions that are isotropically and
uniformly distributed in a non-magnetic matrix phase. Nevertheless, the same ideas may apply to
other composites such as polymers comprising ferro uid inclusions (Lefévre et al., 2017). Notice that
the macroscopic constitutive relations for the s-MREs are given by (4.41). Nonetheless, the macro-
scopic constitutive relations in the Lagrangian (Eulerian) setting can equivalently be obtained from
the macroscopic Clausius-Duhem inequalities (2.64) and (2.63) ((2.36) and (2.35)) (Kankanala and Tri-
antafyllidis, 2004). Since similar to the microscopic model (4.22), the potential energy functions are
de ned in terms of the invariants, it can be equivalently expressed in terms of both, the Lagrangian
(H or B) and Eulerian (h or b) magnetic elds.

In the original work of Lefévre et al. (2017), the variational homogenization-based models for both
WH (F,H) and WEB(F, B) were proposed. In the rst case, an explicit estimate has been proposed for
linear magnetic particles (i.e. linear local magnetic response of the particles) and an implicit one for
nonlinearly saturating ones. However, only an explicit model for linear magnetic particles has been
proposed for W (F, B), which resulted by a partial Legendre-Fenchel transform of the corresponding
WH (F,H) model.

To |l this gap and simplify possible numerical implementations of such models in general pur-
pose nite element codes, we propose simple explicit energy densities WH (F,H) and WEB(F, B) for
nonlinearly saturating magnetic particles that are calibrated by using the analytical explicit and im-
plicit homogenization models. Note, however, that the free parameters in the phenomenological
models can be calibrated independently by available experiments or other numerical calculations,
thus offering a well-designed yet simple energy description for MRES.

Speci cally, the analytical solutions of Lefevre et al. (2017) consider an incompressible 1;- dependent
matrix phase and mechanically rigid but magnetically soft particles without magnetic hysteresis.
Thus, for the incompressible matrix phase, which is also magnetically inert (i.e., = 0), (4.22) along
with (4.15) and (4.23) reduce to (Lefévre et al., 2017)

8
(|?|) - < p0 pmech,m([l)l) - ?0
o+l otherwise.

. P
o p e it J=1,
W(F (5.1)

p p Y
In the special case of an incompressible Neo-Hookean material, po mechm(l1) = Gp(l1 - 3)=2, with
G, denoting the shear modulus of the matrix. Here, the energy associated with the magneto-active
mechanically rigid particles (i.e., with shear modulus G, =+ 1) is given by
( p P

O. PO - 12y if J=1,

Wik Ry= TS0 . (5.2
+1 otherwise.

p p
where I is the local invariant and has been de ned in Table 4.1, while the function S(1Y) is any
nonlinear saturation function. H1 the present study, we report results for the Langevin-type saturation
function de ned in (4.23) for J= 1, such that

° = ~ . = ~a
By _ oy 0(m§)2§ i 3 pE'ﬁ( 3 pE'ﬁ
Sp(l5)—7l5+ 3, In  sinh ey g -1n ey e . (5.3)
P p

Here, , and mg are the magnetic susceptibility and magnetization saturation of the particles, respec-
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Chapter 5. Microstructurally-guided Continuum models fMRES

tively. While the analytical homogenization model of Lefévre et al. (2017) only provides W (F,H)
and WB(F, B) for an incompressible material, the proposed phenomenological models also provide
the compressible versions of WH (F,H) and WE (F, B), which, in turn, ease the FE computations con-
siderably.

5.1 Analytical homogenization solutions

Given the above-described local energies for the matrix and the particle phase by (5.1) and (5.2),
respectively, the homogenized energy reads (Lefévre et al., 2017)
8

0 mech(F) CSp('H)+ |H+*(V( )' Z( ))|4 - V(Z)E if J=1

T +1 otherwise.

WH(F H) = (5.4)

In this expression, the purely mechanical effective energy is given by (Lopez-Pamies et al., 2013)

p
mech(F) = (1' C) mech,m(ll)a (55)
p
where .nmiS de ned in (4.15) for a Neo-Hookean material, c denotes the particle volume fraction,
= tr(F'F), I"=H H=Fh F'h, IH=FTH FTH=h h (5.6)

are the macroscopic invariants and

13- 3 _ 54d1- o)( - o) 3 9[(10 c+6c?) o+ (5+c- 6c2) ] 2
Rl e A I Far e oo L v 0 v @ P 0 G7
The effective coef cients v( ) and z( ) are given by
~ 3c(10+ 2c+ 3A2)( - o) 3 3c(l- ¢)(5+30)( - o) o
VO o g or - O ¢ 5@+ 0 or (-0 P (58)
and
)= ot oocol = o (5.9)

[(2+¢) o+ (1-0) |
respectively. The variables v and z depend also on c and implicitly via  on F and H but for the sake
of clarity in the notation, we have omitted this dependence in the last two equations.
Then, the variable is de ned implicitly as solution of the nonlinear algebraic equation

25018)- =o. (5.10)

This last equation cannot be solved analytically for any standard nonlinear saturation function. It
implies that the term  has no explicit expression in terms of the model parameters, rather, it has
an implicit dependence on the Fand H elds as well as on the volume fraction c¢ and the magnetic
constants , and ms. Therefore, WH in (5.4) is an implicit function of Fand H.

For practical purposes, we recall the expressions used to evaluate the total stressS and Lagrangian
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5.1. Analytical homogenization solutions

magnetic eld B, i.e.,
L P
S=2o1- ) *?( pMY)F+Vv()FTH FIFTH- pF T, (5.11)

with p indicating an arbitrary hydrostatic pressure arising from the incompressibility constraint  J=1
and
B=(z()- v( ))H+v()F F TH. (5.12)

Those expressions can be used appropriately to impose a Eulerian eld h, together with a purely
mechanical traction as described in equation (4.49) (see the discussion under Remark 4.2). In the
following, it is necessary to remark two important limiting cases for equation (5.10).

Remark 5.1. In the limit of small h- elds and deformation gradients, i.e., 1} ! 15 and 1f ! 0or
equivalently jHj! Oand jFHj! 0, S(If') becomes linear in I, which now reads (1) = IH=2
with = o1+ p)orequivalently = . This linearization of S, together with (5.10), lead to the

effective magnetic permeability  of the MRE at small magnetic elds, which reads

N 3¢ o p- o)
07 [(2+¢c) o+ (@- ©) ]

=2z( )= 1+ ) o (5.13)

while
3c(10+ 2¢+ 3¢*)( - o) §, 3c(1- O)B+39( - o) 0,

5[(2+c) o+ (1- c) ,]? E[(2+C) o+ (1- ©) )2 (5.14)

V:V( p): ot

Both and v! are of course independent of F and H. In this last expression, and for later use, we
have also de ned the effective susceptibility = = - 1of the MRE. It is also noted that (5.13)
corresponds to the well-known Maxwell-Garnett (or equivalently Hashin-Shtrikman) estimate for
purely magnetic composites (Psarra et al., 2017). As a consequence, (5.4) may be expressed explicitly

as
8 V- \'
S o men(P) - Sl i J=1

N otherwise.

W (F,H) = (5.15)

Here, the superscript 0 is used to denote the limiting case of jHj ! 0, while the coefcient v( ,) is
given by (5.14).

Remark 5.2. In the limit of very large magnetic elds, i.e., jHj! 1, S(1E) = =2 and hence
z= = 4. Inthat same limit, the effective magnetization may be found to be simply
m = msﬂ m*=cm’ (5.16)
jhj’ P '

which readily de nes the effective saturation magnetization ms of the MRE. This result has also been
con rmed numerically by Danas (2017) in the context of MREs, where the magnetization saturation
of the MRE was shown to be independent of the microstructure itself but only function of the volume
fraction of the particles.

IHenceforth, it is implied v = v( ,).
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Chapter 5. Microstructurally-guided Continuum models fMRES

These last two remarks are extremely important for proposing simple and consistent phenomeno-
logical models in the following sections.

5.1.1 Explicit homogenization estimates for linear magnetic particles: F-B version

Owing to the linearity of W' de ned in (5.15) in the magneto-mechanical invariants 17 and 1Y, one
can obtain the corresponding complimentary energy density W§ (F, B) by application of the partial
Legendre-Fenchel transform with respect to H (Bustamante and Ogden, 2012)

WEB(F,B)=sup B H+W"(FH), (5.17)
H
such that (Lefévre et al., 2017)
8 — ™
1 1B+ 218+ (1118- 18 ,
2 0 mech(F)+ = =2 34 2( 15 6) if J=1
WG (F.B) = v 1+ 3+ 2o+ 0y (5.18)
T+l otherwise,
where the coefcient = ( - v)=vis introduced for convenience in the notation. The invariants 15§, 12

and I§ are the standard magneto-mechanical ones de ned in terms of B and, in the incompressible
limit J= 12, they are given by

18=B B=F b F!b, IE=FB FB=b b 1§ =FFB F'FB= Fb Fb, (5.19)

respectively.
As it is evident from relation (5.18), WE exhibits a non-trivial coupling between purely mechanical
and magneto-mechanical invariants. Nevertheless, by a closer inspection of the expression (5.18), we

(a) |V| (b) ‘WB - W‘Eppl / WB

0.3 008 02 2.0x 10~
0.06 1.5

0.2

© o 0.04 220.1 1.0

0.1
0.02 0.5

0.0 0.00 0.0 0.0

0 10 20 30 40 50 0.0 0.1 0.2
1/ Ho 15

Figure 5.1: (a) Contour plot of the coefcient  as a function of the particle volume fraction c and the nor-
malized magnetic permeability of the particles = o. (b) Difference between the exact and approximate
homogenization energy functions for a representative case of ¢ = 0.15and = o= 31indicated by a red point
in part (a).

2The invariants 18, 12 and I§ are all multiplied with % in the case of compressible materials.
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5.2. Microstructurally-guided explicit phenomenological models

observe that the parameter is proportional to - v, which is shown in Fig. 5.1a to be signi cantly
smaller than unity for volume fractions ¢ 6 0.3 and magnetic permeabilities of particles ;= ¢ < 50.
This observation allows us to approximate W§ even further, an operation that will prove very useful
in the next section where we propose explicit phenomenological models.

Thus, by neglecting higher order terms in O( 2) in (5.18), and keeping only the zero order term
in 11 = 3+ O(F- 1j?), we obtain the approximate energy density

8 _ ™
1 1B+ QB- B .
B _2 0 mech(F)"'E/ 5 1_’(_35 6) if J=1
Wo i 1(RB)= (5.20)

T +1 otherwise.

Here, the coefcient s introduced to ensure that the second term of (5.20) consistently leads to
1B=2 in the limiting case of jbj! 0and is consequently evaluated to be

_ _ 2
_ 5v 2V - 2 (5.21)
v
after considering the limit jbj! 0in (5.20). Finally, substitution of (5.21) into (5.20) leads to
E (F)+7(V_ (18- 18)+ 218 if J=1
We (FB)= " 2v@2v-3)t° 0 00T 2 (5.22)
T+l otherwise,

The approximate linearized energy (5.22) is compared with the original homogenized energy (5.18)
in Fig. 5.1b. As is easily observed, the difference between those two estimates is very small and thus
allows us to use expression (5.22) to obtain the initial response of the subsequent phenomenological
model in the F- B space in a straightforward manner. It is nally noted that all energies discussed
in this section comprise the same purely mechanical part, which is explicit and has been originally
proposed in the work of Lopez-Pamies et al. (2013).

5.2 Microstructurally-guided explicit phenomenological models

In this section, we propose fully explicit, homogenization-guided phenomenological models for the
MRE using both F- H and F- B variables. The phenomenological models are proposed in terms of
two additional modeling parameters, which are subsequently obtained via consistent linearization
and tting with the homogenized models. First, we propose models for incompressible MREs and
then extend in an ad-hoc manner those models for nearly incompressible ones. This extension serves
only practical purposes since it allows for a simpler numerical implementation. For consistency, we
impose on the phenomenological model certain important properties, which are:

1. the phenomenological models shalbhave the same purely mechanical part than the homoge-
nized models, i.e., mecn(F) = (1- €) meenn(l1) With 11 given by (5.7).

2. for H = 0 and arbitrary F, both phenomenological models shall recover exactly the analytical
homogenization solutions (5.15) and (5.22) for the F- H and F- B versions, respectively. This
condition implies rst that the phenomenological and homogenized models shall deliver the
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Chapter 5. Microstructurally-guided Continuum models fMRES

same initial magnetization response or equivalently give the same slope in the b - h space,
i.e., as dened from relation (5.13). Secondly it implies that they both result in the same
magnetostrictive response asH ! 0 or whenever the magnetic particles are modeled as linear
magnetic materials without saturation.

3. forjHj! 1 , both phenomenological and homogenized models shall lead to the same saturation
magnetization response, i.e.,jmj= m® obtained in (5.16).

5.2.1 Explicit F-H phenomenological model

Given the above requirements, we propose a phenomenological energy function for incompressible
MREs in terms of three distinct energy contributions, namely, a fully decoupled mechanical and
magnetic energy and an additional coupling energy, which reads

8

WH(F H)_< 0 mech(F)+ 0 mag(lg)-’- 0 g)uple (I?alg)' ZOIE if J=1 (523)
| iR otherwise,

where the effective mechanical free energy o e iS given by (5.5), and 1} and 1Y by (5.6). Instead,
the purely magnetic part o I\, is given in terms of a Gaussian Hypergeometric function, denoted by
2Fq1, as

2 ” E 72 kH 3
1 2 Ig
0 mag(lH)_ 2':1ng kH ’ kTv- ms gu
_ . ¢ ™
. 2 ihj
— 0 2
- 2 JhJ 2F1 kH I kH ’l+ kTy_ ms = 0 mag(h) (524)

In this expression, k" is a positive integer, m® = cms denotes the effective saturation magnetization
and = ( = - 1) is the effective magnetic susceptibility, which is given by (5.13). The function ,F;
is typically expressed in terms of a series given by,

(@)n (b)n 2"

Fi[a,b,c;z] = )
2 l[ ] o (C)n nl

(5.25)

with
X)o=1 and X)n = x(x+1) (x+n- 1.

It can be shown via rigorous convergence tests that the in nite series in (5.25) converge forall z<0
and non-negative a, b and ¢ (Abramowitz and Stegun, 1972, p. 81-86). Hence, (5.25) can be evaluated
numerically in a straightforward manner (Perger et al., 1993; Hankin, 2015). Of interest, however, are
the rst and second derivatives of mag,(h) with respect to h, which, as shown in the following, take
very simple algebraic forms.

Subsequently, motivated by the corresponding homogenized model in equation (5.4), we express
the coupled magneto-mechanical energy as a function of the two invariants 1 and I, thus taking
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the form
o e (8. 1)= o H05)- o H0f), (5.26)
with IR . ¢ .E?( ™
1 q [H2q
HoHy— o o(m®)? 14 9 c i L
o 1 ()= ¥———In 1+q=lE s T mw ,  i=45 (5.27)

In the above expressions, we have introduced three free parameters, namely, k", ! and 4. The
evaluation and selection of these parameters using the analytical homogenization model in (5.4) is
described in detail in the following.

The selection of the parameter k™ : We start by noting that the derivative of the Gaussian Hyper-
geometric function ,F; with respect to its argument has a very simple form, which reads

O@nHwag= h

m=-
0 @ 1+ (" jhjmme

e (5.28)

Here, the initial susceptibility is always irrespective of the value of k" thus leading to the correct
(in the sense of homogenization) initial effective magnetization response of the MRE. The same is
true for the saturation response, which gives jmj = m° as required by the homogenization process.
On the other hand, the rate of magnetization depends on the power coef cient k", which may be
calibrated to follow closely the homogenized response. Speci cally, by direct calibration, we nd in
Section 5.3 that a value

kH = 4 (5.29)

leads to a good t for the magnetization response for all volume fractions ¢ 2 [0,0.3] and matrix

(@) 1.5

- - - Langevin KM Kt=4 T B

R = Tanh KH 0.8 kM =38 \ /////,/1”"
& |} —— Hypergeometric \ g -7 k=2

= H . S 0.6 o k=1
% k=38 g7 % ////

E ; = 047 4
=05 \_ 7 7

x # /'

0.2r /
'/'
0 : : : 0 : : :
0 0.5 1 1.5 2 0 0.5 1 1.5

x|h|/m®

Figure 5.2: Comparison of (a) the magnetic energy functions and of (b) their derivatives obtained from and
hypergeometric ﬂag saturation function given in equation (5.28) for various exponents kM, the Langevin
function (based on de nition (4.23)) and the hyperbolic tangent function (see equations (2.12) and (2.14) in
Danas (2017)).

shear moduli analyzed in the present study. Of course, given any experimental data, a different
value for k" may be used. For illustration purposes, we show in Fig. 5.2 representative curves of
the hypergeometric function and its derivative, which gives the m - h response as evaluated from
equation (5.28). For comparison, magnetization curves obtained by the Langevin (based on de nition
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(3.26)) and the hyperbolic tangent functions (see equations (2.12) and (2.14) in Danas (2017)) are also
shown. The use of a hypergeometric function is done in order to allow for exibility in the calibration
process since the homogenized response of an MRE comprising magnetic particles with Langevin-
type magnetization saturation response does not lead to an effective magnetization response of a
Langevin-type, as is discussed in Section 5.3. Before proceeding to the coupled energy part, we
note further that the decoupled mechanical and magnetic energies are expressed in terms of the
homogenized material parameters, which can be evaluated directly in terms of the constituents'
properties and the particle volume fraction c.

The evaluation of the parameter ! : To facilitate the relevant discussion, we show in Fig. 5.3 the
response gf o ' as a function of the invariant If!. First, we observe that o {' is non-convex with
respect to I since its derivative increases rapidly from zero to a maximum and then gradually
decreases to zero (see Fig. 5.3b). As we will see in the following, such a function allows to obtain

(@) 15
= 10!
g I~y
T~
=8
= 0 7=2
=
9=
0 |
2 4 6 8

Eigure 5.3: Representative plots of (a) the function o M (with i = 4,5) and (b) of its derivative with respect to
IH for q = 1,2,4.

a material magnetostriction response that is initially quadratic, subsequently increases in a non-
quadratic manner until nally reaching a saturating state.

Another important comment is related to the specic formof ¢ 5. ,i.e., the subtraction term

o Z(%)- o H(E). This is done for two reasons. First, the derivation of o . with respect to
h leaves the magnetization response completely unaffected at small and very large applied magnetic
elds hg, thus allowing the hypergeometric function in equation (5.24) to completely control the
m - h response at the initial regime and the saturation regime. The second reason is that only the
I = FTh FT h part of the function contributes to the magnetostriction whenever a Eulerian eld  h,
is applied, while the corresponding I = h h part induces no magnetostriction.

In view of the above observations, the evaluation of ! is readily obtained by enforcing an exact
equivalence between the phenomenological model (5.23) and the linearized homogenized model (5.4)
in the limit of jhj ! 0. To achieve that, we expand W" in equation (5.23) around I} = I} = 0, to
obtain

8
2 (- o 1 H H H i -

0 mech(ll)+ 16 7('4 - |5)' *|5 if J=1
Wg' (F.H) = 50 4 2

T+l otherwise.

(5.30)
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By direct matching of the individual coef cients of I} and If in (5.30) with those in (5.15), one gets

H_25(v- ) y
YU16( - o) 2

The above de nition of ' ensures that the initial (quadratic) magnetostriction obtained from the
homogenization model (5.4) and the phenomenological model (5.23) is exactly the same. Evidently,
(5.30) becomes independent of ' after substitution of (5.31) for .

The selection of the parameter Y : The parameter }' affects the magnetostriction response at
larger h- elds as a result of the nonlinearity of the coupled function ¢ 'joup,e in (5.26) but not the
initial magnetostriction. Therefore, the parameter 5 needs to be calibrated numerically by tting the
magnetostriction response of the phenomenological model with that of the homogenized model (5.4)
at large h. It is worth noting here that the numerical tting process is carried out by considering a
zero applied mechanical traction (see equation (4.49)) and a Eulerian applied h- eld h,, as discussed
in Section 4.6.3. To achieve that, we employ the least square-based curve tting algorithm Isqcurvefit
of MATLAB (2017).

More speci cally, the coupling coef cient fl essentially depends on four material parameters:
the shear modulus G, of the matrix, the initial susceptibility  , the saturation magnetization m3
of the particles and the particle volume fraction c. In practice, most of the MREs are fabricated by
curing the commercially available carbonyl iron particles along with various elastomers in different
proportions (Danas et al., 2012b; Psarra et al., 2017; Bodelot et al., 2017; Psarra et al., 2019). Therefore,
Gnand c are the two key parameters?® that vary for different MRE samples, while we set , = 30and

om; = 2.5T, as obtained experimentally in Psarra et al. (2017).

First, we observe that Q becomes almost independent of G,, and ¢ for G,, > 1MPa. Hence, we
introduce a non-dimensional shear modulus, G,,= G,=G}*', where G = 1MPa. The tting process
then involves scanning for the optimum ! in the 0.0016 G, 6 15and 0 <c 6 0.3 range, as shown
in Fig. 5.4a. The tting of the contour in that gure gives

(5.31)

g (Gm! C) = T (Gm) - g (Gm)L c ? (Gm) ’ (532)
with

H(G,) = exp - 0.29tanh 0.27(In G +7) - 1575,
H(G,) = exp 44L(- 0.78InG,)- 5.2,

0.1
8(Gy =

————————— - O. + 0./o.
G, + 00007 >ACn* 675

Here, L(.) is the Langevin function given by (3.26). Speci cally, the evolution of 4 with respect to
G,, is mainly controlled by the coefcients % and Y. The third coefcient £ is used to model the
variation of 4 with respect to c for a given G,,. The dependence of the functions ' and 4 on G,
is shown in Fig. 5.4b, where we observe that % 0for G, > 1, i.e., for all G,,> G . Hence, beyond
G, >1 aconstant 5  0.155is sufcient. On the other hand, for very soft, gel-like MREs, i.e., in

3Different values of , and m; are expected to change the functions obtained below but only weakly, whereas one can
always nd the optimal coef cient ; by simply tting the homogenized model for the given set of material properties of
interest.
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Figure 5.4: (a) Calibrated E'(Gm, c¢) in the G,,- ¢ space with the smooth surface showing the pro le of the
function (5.32) for 5 (G,,c) and the black dots representing the optimized Y as obtained via tting the
magnetostriction response with the analytical homogenization model. (b) Evolution of the functions H (G,
and (G, in (5.32) with G,

the range of 0.01 6 G, 6 0.001, the coupling coefcient 4 becomes highly sensitive to G, and c,
resulting in a signi cant variation of 4 in this particular range (see Fig.5.4a).

Remark 5.3. In spite of the fact that the assumption of an incompressible matrix and rigid parti-
cles leads to very ef cient analytical estimates of the effective response, compressible models for the
MREs are employed in most of the computational investigations due to their simplicity to incorporate
them in a nite-element solver. Unfortunately, carrying out the homogenization problem for a com-
pressible matrix is extremely dif cult and no rigorous model is available up to date neither for the
purely mechanical part nor for the magneto-mechanical part. In this regard, we propose an ad-hoc
extension of the incompressible phenomenological model (5.23) that essentially relaxes the assump-
tion of incompressibility without affecting the aforementioned key features of the model at least in
the case of high bulk modulus (i.e. nearly incompressible materials). The proposed compressible
model reads

com \]
WH O(FH)Y= o 91,0+ o 05+ o Hoe (18- =28, (5.33)

mech mag 2

where
G GO

i 55:2 In J+ 2(1_”‘C)6(J- 1)2.
where ¢ men @and 11 have been de ned in (5.5) and (5.7), respectively, whereas G? is the Lamé con-
stant associated with the compressibility modulus of the matrix. A nearly incompressible response is
obtained for values G2 > 100G, which is the key assumption in most of the numerical computations
associated with MREs. In that range, we observe no visible difference between the incompress-
ible and the nearly incompressible versions for both the magnetostriction and the magnetization
response. Nevertheless, as noted in Appendix 4.B, special care must be taken while computing
the element force and stiffness matrices for such nearly incompressiblmaterials, which are prone to
volumetric locking if a standard 4-point Gauss quadrature rule is applied.

0 (;ZEE(I 11‘]) = 0 mech(I 1) - (534)
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5.2.2 Explicit F-B phenomenological model

In principle, one can obtain an equivalent F-B model via the partial Legendre-Fenchel transformation
(5.17) of (5.23) with respect toH. However, due to the severe nonlinearity of the functions associated
with the proposed F-H model (5.23), one can not obtain its complementary energy in an explicit
form. Instead, a complementary energy W8, which has the exact same form as that of W" in (5.23),
is proposed directly as

8 1

B /B B B (B B - _
WB(F,B):_< 0 mech(F)* 0 magll5)+ 0 couple (|5!|6)+270|5 if J=1 (5.35)

T+l otherwise,

where the magneto-mechanical invariants 12 and 1E have been de ned in (5.19). Evidently, the rst
term of (5.35) that represents the purely mechanical component of WE is identical to that in (5.4)
and (5.23), and is given by (5.5). Also, the last term of (5.35) represents the F-B version of the
magnetostatic energy of free space (Dorfmann and Ogden, 2004).

It remains then to prescribe the two free energies namely, the magnetic and the coupled free
energy. Due to their intrinsic properties, and o 9, retain the same functional form to
their F-H counterparts (5.24) and (5.26), respectively. Note that, as shown in Figs. 5.2 and 5.3, the
hypergeometric ,F; and the o M functions are rich enough to model a wide variety of constitutive
responses.

0 mag

In this regard, the purely magnetic part ¢ mag is chosen as
2 ” E . Z kB3
1 IE
B qBy—_ 2 e
0 mag(|5)— 2 0(1 |5 zFlng’kB’ kB’ (1+ ) e
- ° < B ™
. 1 2 2 ibj
- _ini2 1l 2z 2 jbj _ )
= 2 0(1+ )JbJ 2F1 kB ' kB 1+ kB’ (l+ ) oms 0 mag(b)’ (536)

while, the coupling free energy is de ned by

0 cBoupIe (Igilg): 0 g(lg)_ 0 E(IE)’ (537)
with _ . ) . E ™
1+ ms)2 X 1 5 g+1” - "d B " 2q
B(18) = g%m R < T (5.38)
q=1 2 0
where i = 5,6 and again m® = cmg. Notice that (5.36) admits to a similar form as in (3.44) with a

different g° in this context of s-MREs having Cl patrticles.

Remark 5.4. As stated earlier, (5.37) retains an identical functional form as its F-H counterpart in
(5.26) except that the magneto-mechanical coupling is now modeled in terms of the invariant 1§. This
choice of the coupling invariant is not arbitrary. Rather, it is directly equivalent to the F-H model.
The invariant 1% in the F-H model can be expressed in terms of the Eulerian h as1} = FTh FTh.
The Legendre-Fenchel transform of that invariant leads to the invariant |g = F'b F'b. In addition,
and perhaps more importantly, we have shown that, in the linearized regime, the corresponding
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homogenized model (5.18) can be approximated accurately by the model in (5.22), which in turn
depends on I€ and 8.

In expressions (5.36) and (5.37), we have introduced three free parameters, namelyk®, 2 and 5.
The evaluation and selection of these parameters using the analytical homogenization model de ned
in (5.4) as well as the approximate linearized one in (5.22) is described in detail in the following.

The selection of the parameter kB : Similar to the F-H version, a single exponent
kB =6 (5.39)

provides a good t to the magnetization response for all particle volume fractions and matrix shear
moduli considered in this study. Note that the purely magnetic energy (5.36) in the F-B model is not
an exact Legendre transform of the corresponding magnetic energy (5.24) of the F-H model. Thus,
no direct correlation can be drawn between the model parameters kB and k" and their calibration
values. Nevertheless, this observation of having a relatively stiffer saturation function for the F- B
model as compared to its F- H counterpart also features in the hysteretic magnetization response,
which is detailed in Chapter 3.

The evaluation of the parameter 2 : The evaluation of the coefcient  is carried out in a
similar fashion (i.e., via consistent linearization and tting with the homogenized response) to the
F-B homogenization model. In the limit of small jbj! 0, (5.35) can be expanded in terms of the
invariants around 18 = 0 (with i = 5,6). Thus, retaining only the leading order terms in 18, one can
express (5.35) as

8
25 B( -
B 2 0 mech(F) + ?2%( 0)
WO (F, B) = > 2
B otherwise.

1 .
IB.1By+ — B if J=1
(Ig - 15) 51 (5.40)

By direct matching of this last free energy function with the approximate linearized one de ned in
equation (5.22), we obtain
16 (v- )

B_ 49 0 B

Y7 25v( - @B - 2v) % (5.41)
The above relation for 2 ensures that the initial (quadratic) magnetostriction obtained from the
homogenization model (5.22) and the phenomenological model (5.35) is exactly the same. Evidently,
(5.40) becomes independent of § after substitution of (5.41) for 2.

The selection of the parameter 5 : The parameter 5 affects the magnetostriction response at
larger h- elds as a result of the nonlinearity of the coupled function B . in (5.37). Thus, the F-B
phenomenological model is also reduced to a single modeling parameter, 5. This parameter is then
obtained by tting the material magnetostriction obtained from the phenomenological model (5.35)
with that from the homogenization model (5.4). The optimal ~ § for a given G,, and c is shown by
black squares in Fig. 5.5, which is qualitatively similar to Fig. 5.4a. For convenience in the notation,
here we use the same non-dimensional shear modulus G,, as de ned in Section 5.2.1. Speci cally, we

use two piecewise continuous functions of G, and c to model the variation of 5 inthe G,,- ¢ space,
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0.67 (156
o5 BE
B = 0 A06 A 78\
()Jl \ qf(j/q«b’
0.4 3c)
B
B2 o2 %
Fitted p5 ;
0.0 |
1.5 i
! 0.3
1.0 0.1 0.2
m 0.0 - ¢

Figure 5.5: Calibrated §(G,,c) inthe G- c space with the smooth surface showing the pro le of the function
(5.42) for g(Gm, c¢) and the black dots representing the optimized 5‘ as obtained via tting the magnetostric-
tion response with the analytical homogenization model.

which reads

(
BGc)- BG)IL c BG), if G 6 0.1
E(Gm,C): l( m) 2( m) 3( m) m. (542)
0.4055- 0.5¢ 1- 0.67L(15G,) otherwise

with

B(G,) = exp - 0.029InG,_ - 0.982,
8(G,) = exp 178L(- 0.32InG,)- 178,
8(G,) = exp 0.14- 054InG,, .

Here, L(.) is again the Langevin function de ned in (3.26). The rst function is similar to & with
three coef cients E‘, 5 and 5, which are functions of G, whereas, the second function, which
models & for all G,, > 0.1, is rather a simple function of G, and c. We observe in Fig. 5.5 that
the two tting functions for 5 have approximately the same magnitude near G, = 0.1. Thus, the
particular choice of piecewise continuous 5 ensures a constant transition from the Langevin decay
to the linear decrease regime. Again, it is emphasized that the calibration (5.42) is valid for the Neo-
Hookean hyperelastic matrices. Any other model (e.g. Gent model) for the soft matrix material may
necessitate re-calibration of 5.

Remark 5.5. A compressible version of (5.35) is given by

B "B B 1
WE L(FB)= o “™(13,9+ o By 2 + 0 Bpe 2.8 + 1B, 5.43
p( ) 0 h( 1 ) 0 9 P 0 pl PP 2 O‘J 5 ( )
where ¢ oo is given by (5.34). Unlike the compressible F- H model (5.33), the argument of the

magnetic energy in the F- B is not a function of the |8 invariant alone. Rather, I1E=F is used in (5.43)
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as the argument of g F;ag, which thus ensures a nearly incompressible material response (see also
(Danas, 2017)). In turn, the 1§ -based argument of the coupled free energy o cBoume is de ned to be
in terms of 1B=2 in this compressible version of the F- B model. Again, special care must be taken
while numerically integrating such nearly incompressible constitutive models while constructing
the element force and stiffness matrices. In particular, it is recommended to use the 1-point Gauss
quadrature while integrating the volumetric energy term of o o

mech*

5.3 Results: assessment of the theoretical models

The assessments of the analytical homogenization and the phenomenological models are carried
out via rst, probing the analytical model with the RVE computations. The responses of proposed
F- H and F- B phenomenological models are then compared with the analytical homogenization
responses under no mechanical pre-loads, i.e., in the loading path, which is considered to calibrate

f'and B. Finally, the model response is also compared to the analytical homogenization estimates
under applied mechanical pre-loads, namely, pre-uniaxial and equibiaxial tension/compression and
pre-shear.

5.3.1 Comparison between analytical homogenization and numerical computations

First, we compare the average FE magnetization and magnetostriction response of Fig. 4.5 with those
obtained from the analytical F-H homogenization model, de ned in (5.43. Note that the homogeniza-
tion model is incompressible. Thus, we consider F= e, e +1= e, e+ 1= j1e3 e3and
subsequently, for a given h, we compute ; and the arbitrary pressure p by solving the rst two equa-
tions given by the traction conditions (4.84) ;. The magnetization and the magnetostriction response

(@) 0.3

0.2

»n 2y

=

N

E 0.1 o Homo. %o

' numerical DOOO > 03
Y —0.03 — Homo. O“%%;O;Lm

0.0 L™ analytical 0.00

0.0 0.2 0.4 0.0 0.2 0.4 0.0 0.2 0.4
h/m; h/m® h/m?

Figure 5.6: (a) Effective magnetization and effective (b) parallel and (c) transverse magnetostrictions as ob-
tained from the numerical homogenization (discrete points), analytical homogenization (rm lines) for the
particle volume fractions ¢ = 0.1,0.2 and 0.3. Eulerian h- eld is applied at a local point in the MRE, which is
free from mechanical tractions.

from the analytical homogenization model and the FE simulations are compared in Fig. 5.6. In this
gure, for volume fractions ¢ = 0.1 and 0.2, we observe an excellent agreement between the analytical
and FE homogenization models for both the magnetization and the magnetostriction. For the higher
particle volume fractions, ¢ = 0.3, the analytical homogenization estimates for ; (i = 1,2,3) are sig-
ni cantly lower in absolute value than that obtained from the FE calculations, as shown in Figs. 5.6b
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and c. Instead, the agreement in the magnetization response is excellent even forc = 0.3.

In this regard, given the fact that the analytical homogenization estimates are very accurate at
volume fractions of practical interest (i.,e. ¢ 6 0.2), we choose them in the following to calibrate
our phenomenological models even for larger volume fractions but, more importantly, for much
lower matrix shear moduli, where FE calculations do not converge. Note, however, that the phe-
nomenological models may be calibrated using available experimental results or directly numerical
FE computations.

5.3.2 Comparison between the phenomenological and homogenization estimates with-
out mechanical pre-load

This section assesses thd=- H (see equation (5.23)) andF- B (see equation (5.35)) incompressible
phenomenological models for a large range of matrix shear moduli, spanning a range of 0.003 < G, <
0.3 MPa (or equivalently 0.003 < G,, < 0.3). In particular, we choose for illustration purposes, three
shear moduli G,,= 0.003 0.03,0.3MPa. We set the magnetic properties of the iron particles, i.e., , and
my unaltered (see Table 4.2). Finally, we apply the boundary/loading conditions described in (4.84).

The effective magnetization and magnetostriction for G, = 0.3,0.03 and 0.003 and four different
volume fractions c = 0.05,0.1,0.2 and 0.3 are shown as a function of the applied Eulerian h- eld
h=mg in Figs. 5.7a,d,g and Figs. 5.7b,e,h, respectively. The transverse magnetostriction components,

2 and 3, are equal to 1= ; since we consider the MRE to be incompressible in both the analytical
homogenization and the phenomenological models. We nd an excellent agreement between the
analytical homogenization estimates and the proposed phenomenological ones, both in terms of m;
and ; for all c considered here.

In Figs. 5.7c,f,i, we show the magnetostriction ;- 1 at various values of the applied Eulerian eld
h=m5. At h = 0.2m3, the phenomenological estimates are slightly different from the corresponding
homogenization estimates for particle volume fractions ¢ >0.25. At higher h- elds, such as h = 0.5m;
or h = 1.5m3, the phenomenological models are in very close agreement with the homogenization
estimates, even for higher particle volume fractions such as ¢ = 0.35. Hence, the slight mismatch
between the phenomenological and the homogenization estimates at moderate elds and large vol-
ume fraction can be directly attributed to the speci ¢ functional form of the coupling free energy
(5.26) and (5.37). We note that the calibrated coupling coef cients & and B manage to model very
accurately the saturation magnetostriction, even for ¢ > 0.25, as indicated by the almost perfect over-
lap of the ; curves in Figs. 5.7¢,f,i at higher applied h- elds. Thus, the overall performance of the
phenomenological models is found to be excellent up to ¢ = 0.25 and even suf ciently accurate for
particle volume fraction of ¢ = 0.35. We recall, here, that the homogenization estimates were found to
underestimate the magnetostriction by comparison to FE results for volume fraction c = 0.3. Hence,
the use of the proposed phenomenological models for volume fractions c > 0.2 should be done with
caution.

Finally, an important observation in the context of Fig. 5.7 is that the computed magnetization
response is fairly independent of the matrix shear modulus G,,, as easily observed by comparing
parts (a), (d) and (g). Instead, the magnetostriction response is a very strong function of G...
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Figure 5.7: Effective (a,d,g) magnetization and (b,e,h) magnetostriction as a function of the applied normalized
Eulerian eld h=mj obtained by the analytical F- H homogenization model (5.4) (solid lines), the phenomeno-
logical F- H model (5.23) (dashed lines) and the phenomenological F- B model (5.35) (dashed-dot lines) for
particle volume fractions c = 0.05,0.1,0.2 and 0.3 for matrix shear moduli of G, = 0.3,0.03 and 0.003MPa. Zero
average axial mechanical pres-stress is applied. (c,f,i) Effect of particle volume fractions ¢ on the magnetostric-
tions at various values of h=mg.

5.3.3 Comparison between the phenomenological and homogenization estimates with
mechanical pre-load

The nal step in the assessment of the proposed phenomenological models is to probe the model
for mechanical pre-loads that lie outside the previous calibration range. We thus consider three
different mechanical pre-loads, namely, the uniaxial pre-stress, the equibiaxial pre-stress and the
pre-shear stress. In this regard, Fig. 5.8, 5.9 and 5.10 show the effective magnetization and pure
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magnetostriction (i.e. 1- ¢ with 9 denoting the initial pre-stretching due to the applied pre-
stress) for G, = 0.003and 0.03MPa at a volume fraction ¢ = 0.2 as a function of the applied Eulerian
h- eld h=mg. In all subsequent cases, the direction of magnetic loading is prescribed along e,
while the direction of applied pre-stresses are varied. The magnitude of the applied pre-stresses is
selected in accord with experimentally-relevant pre-stress conditions (see Danas et al. (2012h)). The
corresponding pre-stretches © (i = 1,2,3) can be easily computed numerically or analytically for
Neo-Hookean solids and are not presented explicitly here (see e.g., Danas and Triantafyllidis (2014)).
Uniaxial pre-stress load : The uniaxial pre-stresses are applied along the direction 1 or 2, i.e.,
Spe"=G, 6 0 or SJ5"=G,, 6 0, respectively, retaining the rest of the boundary conditions the same as
those described in (4.84). As discussed before and in agreement with the earlier results of Danas et al.
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Figure 5.8: Effective (a,d) magnetization and (b,c,e,f) magnetostriction as a function of the applied normalized
Eulerian eld h=mj obtained by the analytical F- H homogenization model (5.4) (solid lines), the phenomeno-
logical F- H model (5.23) (dashed lines) and the phenomenological F- B model (5.35) (dashed-dot lines) for
particle volume fraction ¢ = 0.2 and for matrix shear moduli of G, = 0.03 and 0.003VIPa. (a-c) and (d-f): Two
sets of average uniaxial mechanical pres-stress are applied asS[{"=G,, = - 0.3,0,0.3 and SJ5*"=G,,=- 0.3,0,0.3,
respectively.

(2012b), the magnetization response in Fig. 5.8a and d are independent of the matrix shear modulus
G, and the pre-stress (not labeled in the gure for clarity). All models are in excellent agreement in
this case of magnetization response.

In Fig. 5.8b, ¢, e and f, the magnetostriction response depends on the pre-stress as expected. We
observe that application of a tensile pre-stress S[¢"=G,, along the direction of the magnetic loading
leads to an enhancement of compression, while application of a compressive pre-stress moves the
magnetostriction curve upwards, i.e. to less compression. These results are in qualitative agreement
with the reported experimental results in Danas et al. (2012b). On the other hand, applied transverse
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tensile and compressive pre-stressesSps®"=G,, leads to a reduction and an enhancement in the mag-
netostriction, respectively (see Fig. 5.8e and f). Moreover, the variability of the magnetostriction due
to the transverse pre-stressSjs°" is found to be weaker than the axial one, Sy

In all these magnetostriction responses we observe that the phenomenological model, while re-
maining in very good agreement with the homogenization model for small to moderate values
of h, tends to underestimate (in absolute value) the saturating magnetostriction at higher elds.
The differences between the phenomenological and homogenization estimates are larger for the
higher matrix shear modulus G, = 0.03MPa, while they become much smaller for the lower one
Gn = 0.003VIPa. Nevertheless, the phenomenological model retains the correct characteristics even at
large pre-stresses.

Equibiaxial pre-stress load : Equibiaxial mechanical loading together with a transverse applied
magnetic eld along the third direction is often encountered in layered MRE structures (Danas and
Triantafyllidis, 2014; Psarra et al., 2017, 2019). Thus, motivated from such practical loading situations,
we probe, next, the phenomenological model under applied equi-biaxial pre-stress along directions
2 and 3, such that Sj5°'=G,, = SI¥"=G,, S§*"=G, 6 0, while the remaining boundary conditions
are given by (4.84). Similar to the uniaxial pre-loading, no signi cant change in the magnetization
is observed in Fig. 5.9a. The magnetotsriction obtained from the homogenization model is found

@o.201 =42 ®) .00 sy, | 00 ——
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a or-—0.05 —03 or —0.3
£ 0.10 — Homo. |1 — 03 |70 — 03
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0.0 0.2 0.4 0.0 0.2 0.4 0.0 0.2 0.4
h/mg, h/m, h/m,

Figure 5.9: Effective (a) magnetization and (b,c) magnetostriction as a function of the applied normalized
Eulerian eld h=mjg obtained by the analytical F- H homogenization model (5.4) (solid lines), the phenomeno-
logical F- H model (5.23) (dashed lines) and the phenomenological F- B model (5.35) (dashed-dot lines) for
particle volume fraction c¢ = 0.2 and for matrix shear moduli of G, = 0.03 and 0.003MPa. (a-c) Three average
equibiaxial mechanical pres-stress are applied, so that S;5"=G,, = SJ$*"=G,, = S§**"=G,,= - 0.3,0,0.3.

to change in Fig. 5.9b and ¢ depending on the direction of SJ*'=G,. A very weak change is ob-
served in the phenomenolgical magnetostriction response. We note that an equibiaxial pre-tension
(pre-compression) along directions 2-3 leads to a pre-compression (pre-tension) along 1, which is
the direction of magnetic loading. Hence, the magnetostriction is observed to decrease (increase)
for Speeh=G,, > 0 (S§*'=G,, < 0), which is in agreement with the previous observations in the con-

text of uniaxial pre-stresses. Again the phenomenological model is in better agreement with the

homogenization model for softer matrices.

Shear pre-stress load: The magneto-mechanical measurements in (Danas, 2017) also consider me-
chanical loading paths where a shear pre-stress is applied transverse to the applied magnetic eld.
Thus, a shear pre-loading is considered in this section by applying S¢'=G,, > 0, while keeping the
rest of the boundary conditions identical to (4.84). In agreement with the previous observations, the
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magnetization remains unaffected by the applied S5 (see Fig. 5.10a). In Figs. 5.10b and c, the mag-
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Figure 5.10: Effective (a) magnetization and (b,c) magnetostriction as a function of the applied normalized
Eulerian eld h=mjg obtained by the analytical F- H homogenization model (5.4) (solid lines), the phenomeno-
logical F- H model (5.23) (dashed lines) and the phenomenological F- B model (5.35) (dashed-dot lines) for
particle volume fraction c¢ = 0.2 and for matrix shear moduli of G,, = 0.03 and 0.003MPa. (a-c) Three overall
pre-shear stresses are applied:S;*"=G,, = 0,0.3,0.5.

netostriction estimates obtained by both models are completelyindependent of Sjee". Furthermore,
the application of Sj¢°" leads to a shear stain and a transverse magnetization alonge,. The result-
ing shear strain is interestingly found by both models to be completely independent of the applied
magnetic eld and thus is not included in Figs. 5.10b and c. Similarly, the transverse magnetization
remains considerably lower (10 3m§) than the parallel magnetization and thus is not included in
Fig. 5.10a. We note in passing that very similar results are also obtained by both models for a shear
pre-stress S[¥"=G,, 6 0 and thus is not included here for brevity.

In summary, the above results are in qualitative agreement with those in Danas et al. (2012b) and
suggest that MRE devices that are based on a shearing mechanical load exhibit very weak coupling
along that direction and thus negligible magnetorheological stiffening. This is one of the substantial
differences between MR elastomers and MR uids, since the latter can mainly operate in shearing
conditions. Instead, the MR solids can mainly operate under uniaxial and multi-axial ones.

5.4 Concluding remarks

In this chapter, we present explicit phenomenological models both in the F- H and the F- B space,
which are based on a rigorous homogenization solution and lie in the space of the deformation gra-
dient, F, and Lagrangian h- eld, H. We analyze the magnetization and magnetostriction problem
using an augmented variational principle in an effort to retrieve the pure microscopic “material”
magneto-mechanical coupling in magnetorheological elastomers (MREs). We then use this frame-
work to study numerically and analytically the homogenized response of isotropic MREs comprising
I1- based hyperelastic matrix and mechanically rigid iron particles that exhibit negligible magnetic
hysteresis (i.e. magnetically soft). The most important part of this study consists in proposing simple
explicit homogenization-guided phenomenological models in both F- H and F- B variable space.
Those phenomenological models are proposed both in the context of incompressible and nearly in-
compressible setting, making them highly versatile and easy-to-implement in nite element user
material subroutines.
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Speci cally, we show by comparison with full- eld FE RVE calculations that the analytical ho-
mogenization model of Lefevre et al. (2017) is suf ciently accurate for small to moderate particle
volume fractions (i.e., 0 < ¢ 6 0.2). While this model is general since it is based on a rigorous homog-
enization procedure, it is implicit for the case of magnetically saturating particles and thus requires
the solution of an additional nonlinear algebraic equation for the complete description of the MRE
response. Also it is only proposed in the F- H variable space since a Legendre-Fenchel transform
is not analytically feasible in the general nonlinear magnetic saturation context. Nonetheless, it of-
fers an extremely valuable base to investigate the response of isotropic MREs and to help calibrate
phenomenological models.

In this regard, in the present study, we propose explicit phenomenological models that are based
on the homogenization model. In particular, the proposed energy functions recover three main
features of the Lefévre et al. (2017) homogenization model: (i) they recover the exact (in the sense
of homogenization) effective magnetization response at small and very large (i.e. at magnetization
saturation) magnetic elds, (ii) they predict the exact magnetostriction response at small-to-moderate
magnetic elds for any mechanical pre-loads and (iii) their purely mechanical response is exactly that
of the homogenization model, which has been originally obtained in Lopez-Pamies et al. (2013). In
order to maintain the simplicity of the models, we choose not to recover exactly the magnetostriction
response at very large saturating magnetic elds (but see along these directions the recent work in
the F- H space of Lefévre et al. (2019)). In particular, in a number of applications where the geometry
plays a predominant role (see for instance Psarra et al. (2019)) or the coupling is weak (i.e., at fairly
large shear moduli of the matrix phase, e.g. larger than 0.3MPa for instance), the coupled part of
the energy can be easily dropped while maintaining the dependence on the volume fraction of the
particles in the mechanical and magnetic energy. This last modeling approach is straightforward and
fairly accurate for such applications and requires a minimum set of calibration such as the mechanical
and purely magnetic constitutive parameters of the MRE.

Speci cally, in order to obtain the nontrivial behavior of the magnetostrictive response as a func-
tion of the applied Eulerian magnetic eld (i.e., is initially quadratic, subsequently increases in a
slower non-quadratic manner reaching a saturating value), we propose a coupling energy that is a
nonconvex function of its argument. It is noted, however, that the coef cient multiplying this cou-
pling part is rather small thus leading to an overall convex magneto-elastic energy function. However,
it is evident from that observation that for more complex MREs (i.e. with non-spherical particles or
particle-chain distributions) such nonconvexities could lead to instabilities and loss of ellipticity (see
for instance (Danas and Triantafyllidis, 2014) and (Psarra et al., 2017, 2019)). Such an analysis is
beyond the scope of the present manuscript and is left for a future study.

Furthermore, the proposed phenomenological model comprises very few calibration parameters,
which in the present study are reduced to a single one, i.e., ?'B. This parameter is then calibrated
numerically by comparison with the analytical homogenization model of Leféevre et al. (2017). Never-
theless, the form of the phenomenological energy functions is more universal and can be used more
generally in tting any experimental or numerical estimates that may be available. As also shown,
extrapolation of the phenomenological estimates in a regime that lies rather far from the calibration
process (e.g. signi cant applied pre-stresses) gives very satisfactory and accurate results at small and

moderate applied magnetic elds and even large elds particularly for softer matrices.
By using the simple explicit energy functions together with the variational framework of Danas
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(2017) that allows to study the pure material magneto-mechanical coupling, we have obtained several
interesting results. Speci cally, all presented models show that in the context of isotropic MRES, the
magnetization response is insensitive to the shear modulus of the matrix material even when the
latter ranges from values between 0.003-0.3MPa (this observation is also valid for the larger range
0.001-1MPa not explicitly shown here). On the other hand, the magnetostriction response is highly
dependent of the shear modulus of the matrix G, as intuitively expected. A second observation,
which is consistent with the recent work of Danas (2017), is that the microscopic deformation of
isotropic MREs leads to compressive magnetostriction for zero overall mechanical tractions in the
RVE. Hence, the observed overall extensive response of MRE specimens in experiments (see for
instance Bodelot et al. (2017)) is a result of the specimen shape and the entire set of boundary
conditions and geometry of the experimental setup. This has been discussed in detail in Lefévre
et al. (2017), who showed that in zones of (almost) zero mechanical tractions, the MRE exhibits
compressive strains. Finally, application of pre-stresses results in the phenomenological models
becoming less accurate especially at larger magnetic elds, even though their predictions become
increasingly better for softer matrices. Finally, we nd that the effect of a mechanical pre-load is
maximum for uniaxial pre-stressing and negligible for shearing ones.
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Chapter

ﬁ Microstructurally-guided continuum
models for h-MREs

Chapter summary : Microstructurally-guided, explicit continuum models for the isotropieMRES are pro-

posed in thd-- H, F- h, F- B andF- b variable spaces. While tlte H andF- B models are proposed

in terms of the reference variables, the h andF- b models consider the currehtandb to be the primary
variables, respectively. Speci ¢ choices for the remanent internal variables at the macroscale are proposed via
carefully observing the microstructure behaviour obtained from the numerical computations, under different
magneto-mechanical loading paths. Fully objective energetic and dissipation potentials are proposed thereafter
in terms of the microstructural model properties, the particle volume fraction and a phenomenological coupling
constant, which is the only model parameter that is computed subsequently by tting the model response with
the numerically computed ones under a proportional cyclic loading. Rigorous probe of the proposed models are
carried out against the numerically computed effective response under several non-trivial magneto-mechanical
loading paths. Excellent agreement of all the model predictions are obtained with the numerical homogenization
results for the moderately soft to (mechanically) hard elastomeric matrices, having the shear ma@laltes of

1.0 MPa.
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In this chapter, we propose a set of internal variable-based constitutive frameworks for the
macroscopic modeling of isotropic h-MREs in both Lagrangian and Eulerian settings. Speci cally,
we propose four independent versions of the model, namely the F- H, F- h, F- B and F- b
model. The choice of the independent internal variables in these models play a pivotal role in
the mictostructurally-guided phenomenological modeling of the effective response. Since the in-
ternal variables do not admit any differential or boundary constraints in Vg (or V), unlike the pri-
mary variables, no constitutive relation are obtained for them from the incremental homogenization
framework presented in Chapter 4. Therefore, the macroscopic models presented herein rely on
independently-proposed thermodynamic internal variables, whose evolution laws are then obtained
from the macroscopic Clausius-Duhem inequalities and generalized standard material relations.

First, we derive the constitutive relations for F- H and F- h formulations from the Clausius-
Duhem inequality. This will be followed by the proposal of speci ¢ energetic and dissipation po-
tentials in terms of the independent primary and internal variables. The evolution equations for
the internal variables in the F- H and F- h settings are proposed thereafter. Moreover, a compre-
hensive discussion on the material objectivity and material symmetry for such models are provided.
Subsequently, the F- B and F- b-based models are proposed and a similar type of model features
regarding the material objectivity and symmetry are highlighted. In analogy to the microstructurally-
guided models for the s-MREs, the purely decoupled models are proposed here only in terms of the
microstructure material (e.9. Gn, ., ,, m;, etc.) and geometric (e.g. c) properties. The magneto-
mechanical coupling energy is proposed thereafter by introducing an additional model parameter,
which is estimated by tting the model response to the numerical homogenization results or to the
experimental data. In addition, all the proposed models must satisfy the following conditions.

1. The models must lead to symmetric Cauchy stress measures and thus, satisfy the angular
momentum balance condition (2.20).

2. In absence of any magnetic eld, the models should reduce to the effective hyperelastic me-
chanical model, which is given in terms of the free energy (5.5).

3. Inthe limit of b ! 0, the h-MRE model responses should be identical to that of the analytical
homogenization model of Lefevre et al. (2017), for the speci ¢ choice of § = 0.

4. Under the special case having § = 0, the slope of initial magnetization response after switching
shall be given by , which the Maxwell-Garnett lower bound for the effective susceptibility.
Also, for jHj! 1, the magnetization should saturate at jmj= m® = ¢ m;.

5. In the limit of ¢! 1, the proposed models must recover the classical continuum model of
Robinson (1975) for metallic permanent magnets.

Finally, the responses from the proposed model are probed against those from the numerical homog-
enization estimates, under both proportional and non-proportional magneto-mechanical loads.
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Chapter 6. Microstructurally-guided continuum models tofMRES

Prior to the de nition of speci ¢ constitutive models, we highlight a key assumption related to
the modeling that follows. We assume af ne particle rotationsn the development of these constitutive
models. Under this assumption, the schematic representation of the effect of tensile and shear loading
on a pre-magnetized RVE is shown in Fig. 6.1. Speci cally, it is assumed that a pure stretch of the
magnetized h-MRE leads to particle displacements, while keeping their effective (average) rotations
unaltered (see Fig. 6.1b). On the other hand, the particles do rotate under applied macroscopic shear,
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Figure 6.1: Schematic diagram of af ne rotation of magnetic particles in a RVE. (a) Magnetized RVE with
effective magnetization m. (b) Deformed RVE under applied traction Téz) = SJ¥"N, with displaced particles.
(c) Sheared RVE under applied traction Tél) = SN, with af ne particle rotation by R.

as shown in Fig. 6.1c, thus rotating the effective magnetization vector m. The present model assumes
af ne rotation of the magnetized particles with the imposed macroscopic rotation R of the h-MRE
under all possible magneto-mechanical loading paths.

It is emphasized that such fully af ne rotation of hard magnetic particles is a constitutive as-
sumption. Moreover, there is no rigorous analytical estimate for the average particle rotations under
applied macroscopic shear or non-proportional magnetic elds. Nonetheless, the af ne rotation
assumption serves as a rst approximation towards modeling the rather complicated macroscopic
behavior of the h-MREs. Rigorous probe of the model against the numerically computed effective
responses under proportional and non-proportional magneto-mechanical loading paths will be pro-
vided in Section 6.4.

In this regard, we note the works of McMeeking and Landis (2005) and McMeeking et al. (2007)
where the notion of a “rotation preserving” electric polarization has been introduced. The preset
model is cornered around the same idea, albeit considering only a rotation preserving remanent
h- eld. The following elaborates on the step-by-step modeling approach towards a nite-strain dis-
sipative magneto-elasticity framework.

Remark 6.1. We will use the following identities regarding the derivative of a suf ciently smooth
scalar-valued tensor function () with respect to the strain-like variables F, C and B, where C = F'F
and B = FF". These identities read (Steigmann, 2010)

Q) Q) Q@)_.,@)

— = 2F——, and —=2—="F". 6.1

@ @ @ @ ©.)
Notice that the derivatives @ )=@ and @ )=@ yield symmetric tensors due to the symmetry of C
and B, respectively.
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6.1. F- H andF- h constitutive models

6.1 F- HandF - h constitutive models

While de ning the constitutive models inthe F- H and F- h space, we rst select the independent
internal variables. This will be followed by the derivation of constitutive relations in the Lagrangian
(F- H) and Eulerian (F- h) settings. Finally, the speci ¢ choice for the macroscopic energetic and
dissipation potentials are provided, followed by the specic evolution laws for the Lagrangian and
Eulerian internal variables.

6.1.1 Additive decomposition of H and h

In this section, we propose an additive decomposition of the effective (macroscopic) H into an en-
ergetic and a remanent parts. In contrast to the ferromagnetic model of mechanically stiff micro-

particles (4.14), we observe in Fig. 6.1 that the remanent magnetization (in absence ofh) remains
unaffected by the mechanical stretch U, but changes its orientation under a mechanical rotation R.
The macroscopic stretch U and rotation R tensors are obtained via the polar decomposition of the
macroscopic deformation gradient F = RU. Notably, we observe from (3.14) that, in absence of
any applied h, the remanent eld h'" is directly proportional to the current magnetization m. We
therefore propose the referential counterpart of h' in the stretch-free intermediate con guration V;
(see Fig. 6.2). This de nition leads to the intermediate remanent eld H' that is independent of the

Vo F
Figure 6.2: De nition of the independent internal variable H' at the intermediate con guration V;.
mechanical stretch U. Thus, the additive decomposition of H reads
H=H®+UH', (6.2)

where HE€ is the referential energetic h- eld. The push-forward transformation via (2.40) of (6.2) to
the current con guration V reads

FTH=FTH®+FTUH" =) h=h®+RH" he+h". (6.3)

Hence, it follows from the last decomposition that h" = RH', i.e., the reference description of h" is
independent of U (see Fig. 6.2). In this context, we note that the independent internal variables in the
remanent polarization problems are typically de ned in an intermediate con guration (McMeeking
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Chapter 6. Microstructurally-guided continuum models tofMRES

and Landis, 2005; McMeeking et al., 2007; Rosato and Miehe, 2014).

6.1.2 Thermodynamic inequalities and constitutive relations

In the following, we derive the constitutive relations for the h-MREs in the reference and current
con gurations. The local Clausius-Duhem inequality, which is derived from the “global” entropy
imbalance (see Chapter 2 for details), leads to the thermodynamically consistent constitutive frame-
works for the dissipative ferro-electric/magnetic materials (McMeeking and Landis, 2002; Landis,
2002; Klinkel, 2006; Rosato and Miehe, 2014). The following referential and current constitutive
frameworks for the h-MREs are henceforth developed from the Clausius-Duhem inequalities (2.64)
and (2.36), respectively. Here we consider isothermal thermodynamic processes that involve zero
heat ux and local variation in the temperature.

Constitutive relations in the reference con guration : The local form of the Clausius-Duhem
inequality for a magnetoelastic solid in the reference con guration is obtained via simplifying further
(2.64), so that

S:F- B H- W" >0, (6.4)

where Sis the rst Piola-Kirchhoff stress and (') represents the material time derivative. The macro-
scopic potential energy WH = WH(C,H,H ") is expressed in terms of the right Cauchy-Green tensor
C = F'F, referential H and the internal variable H'. Such de nition of W" in terms of C ensures
the material objectivity and thus is typical in the formulation of s- and h-MREs (Kankanala and
Triantafyllidis, 2004; Rosato and Miehe, 2014; Keip and Rambausek, 2016, 2017). Expanding subse-
quently W in terms of its arguments, we rephrase (6.4) to be

aw . aw . aw
S- 2P F- By o H- o

H™ > 0, (6.5)

Given the arbitrariness of the rates F and H, the standard Coleman-Noll-Gurtin arguments leads to
the constitutive relations in the reference con guration, given by (Keip and Rambausek, 2016, 2017;
Lefevre et al., 2017)
S= ZFW, B=- ow
@ @
Since the derivative of a scalar-valued tensor function with respect to a symmetric tensor is symmet-
ric, the Cauchy stress = (1=)SF' computed from (6.6), remains identically symmetric, thus satis-
fying the angular momentum balance (Kankanala and Triantafyllidis, 2004; Suo et al., 2008; Rosato
and Miehe, 2014). Notice that it is dif cult to express S explicitly in terms of the mechanical and the
magnetic stress contributions, unless the referential H and H'" are expressed in terms of their current
(h = h(F,H), h" = h"(R,H")) counterparts (Danas, 2017). Thus, by rephrasingW" in terms of the
current variables, so that WH(C,H,H") w"(B,h,h";F,H,H ")}, one can rephrasesS (or equivalently
) explicitly in terms of the mechanical and magnetic contributions. Notice that the independent
magnetic primary and internal variables in  w" still remain H and H". However, w" is expressed
in terms of the variables B, h and h" with the latter two being explicit functions of F, H and H".
Consequently, the equivalent representation of  in terms of w" is obtained via applying the chain

: (6.6)

1Sincew(B,h,h") is the free energy in terms current variables h and h", it is typically expressed in terms of the left
Cauchy-Green tensor B to satisfy the objectivity conditions (Kankanala and Triantafyllidis, 2004).
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rules (6.1), such that

_2.0W _1@W ;_2 @W 1 ew @ .1 evw @
e e 1@ ., @ @ 1 @ . @
2 .@h . < §oo h ('@a
:TO = B+ h b- ?thﬁ +7° o RTh' & F', (6.7)
| z_ My {z o Az }

rem
mech maxw maxw

where we decompose the potential w" (B, h,h"), so that w"(B,h,h") = 4 "(B,h,h")- ( ¢=2Jh h,
where " is the Helmholtz free energy associated with the h-MRE. The rst two terms in (6.7) are
identical to the stress associated with the non-remanent, soft MREs (Kankanala and Triantafyllidis,
2004; Lefevre et al., 2017), whereas the remanent Maxwell stress contribution [¢7 is an additional
stress that is not observed in the non-remanent magnetization problems. Again, the symmetry of the
“total” Cauchy stress is guaranteed via de ning the potential energy in terms of WH(C,H,H") =
w(B,h,h";F,H,H"), whereas its individual components e, &h,, @and 7 are not, in general,

symmetric. This is an important observation, to which we will refer back while developing an
Eulerian equivalent to the proposed Lagrangian framework.

Finally, the remaining terms in (6.5) leads to the dissipation inequality, which reads

@w!
@'
Of course, the remanent eld B' is an intermediate quantity. Hence, unlike the primary constitutive

relations (6.6), the generalized standard material relation is expressed in the intermediate con gura-
tion such that (Halphen and Nguyen, 1975)

B" H'>0,  with Bf =- (6.8)

. @0
I‘+ - =0 = B' = ——
@-| @_lr ) @_lr

where DH(C,H,H",H ") is the dissipation potential. We note that, this hybrid reference-intermediate
formulation leads to the primary constitutive relations (6.6) in the reference con guration, whereas
the remanent constitutive relations (6.8), and (6.9) are de ned in the intermediate con guration.
One can develop the full constitutive framework in the intermediate con guration (see e.g., (Rosato
and Miehe, 2014)), however, the reference primary variables lead to familiar stress measures like
S and also facilitate the numerical computations (Kankanala and Triantafyllidis, 2004; Dorfmann
and Ogden, 2004, 2005; Danas, 2017; Lefévre et al., 2017). Thus, in practice, the hybrid constitutive
framework (6.6) and (6.9) leads to an ef cient but easy model.

: (6.9)

Constitutive relations in the current con guration  : The equivalent constitutive framework in the
current con guration is expressed now by considering the h and h" to be the independent primary
and internal variables, respectively. Notice that, unlike the Lagrangian formulation, here both the
primary and the internal variables are de ned in the current con guration V (see Fig. 6.2). Again,
we start by considering the localized Clausius-Duhem inequality in the current con guration (2.36),
such that (Kankanala and Triantafyllidis, 2004)

. <

J -h b+7°jhj2I - odm h- o NM>o, (6.10)
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where | = FF ! is the mechanical deformation rate. Chapter 2 shows that (6.10) is equivalent to the
Clausius-Duhem inequality in the reference con guration given by (6.4). Expanding subsequently
the material rate of the Helmholtz free energy "(B,h,h") of (6.10) in terms of its arguments, we
obtain . <

o . @ h @ h o, @ h
J -h b+ -9h2l :1- odm h- (= :B- o—— h- h" > 0, 6.11
2] J 0 @ °“@n 0 G ( )
which upon rearrangement nally reads
° ° < §o < a ~
2,@" 0ipi2 o @" T L @R g
\] = J @~B' h b' ?thl = 7 @r Rh @ F I
c@" @h
-Jm+7@ h - @ h" > 0, (6.12)
where h" = h" - h' is the objective Green-Naghdi rate of the remanent h- eld with = RRT is
the mechanical spin tensor (Green and Naghdi, 1965F. Notably, the Green-Nagdi rate of the internal
variable in (6.12) ensures the energy dissipation to remain independent of the mechanical spin . In

other words, the Green-Nagdi rate of h" ensures that, in the absence of external magnetic elds, a
rigid rotation of a permanently magnetized h-MRE does not add to any energy dissipation.

We now show that, besides the symmetry of in (6.12), the sum of the remaining three terms
inside the rst square bracket of (6.12) is also symmetric. This symmetry can be readily proved
via rephrasing w" in terms of C, H and H", so that w"(B,h,h") = WH(C,H,H";F,h,h") and then,
by exploiting the chain rules (6.1) and the Lagrangian constitutive relations (6.6) , and (6.8),. The
aforementioned algebraic operations, in a conjugate sense to (6.7), nally leads to the relation

< Se < a

2,@", " 0 2 L 0o @ o @R o2 @W
T@B+h b-EJhJ|+— R'h" : — = -F ——

.
T o & F & H’HrF. (6.13)

The right-hand-side of the last equation proves that the sum in the rst square bracket of (6.12) is
symmetric. Hence, we rephrase (6.12) to be

T 2.@", < P e -
_ 0¥ . _ 02 _ 0 Thr - S T .
J 3 @~B h b 2th I 3 @ R'h" @ F' :d
@M @h
-Jm+ ja h - 0 @]r hr > 0, (614)

where d = sym[l] is the symmetric part of the mechanical deformation rate. It is now observed that d
and h are independent and thus, can be increased arbitrarily . Therefore, owing to the arbitrariness
of d and h, the standard arguments of the Coleman-Noll-Gurtin framework leads to the constitutive
relations for the total Cauchy stress and the current b- eld, such that

) < Y ‘@R
ThRr . & T
T @ RMGF (6.15)

_20,@" 0ipyi2 0
—T@B+ h b-E]h]I + —

2The original work of Green and Naghdi (1965) propose objective rates in the context of mechanics. Nonetheless, the
vectorial representation of the Green-Nagdi rate is referred in this paper.

3The current stretch rate d is independent of the spin = RRT. Hence, the Green-Nagdi rate h", which is a function
of the spin tensor, remains independent of d.
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and
c@" 10w

Je e
respectively, where the latter is obtained via the relation w"(B,h,h")= o "(B,h,h")- ( ,<=2Jh h.
Of course, the expression of total in terms of the mechanical, Maxwell and remanent parts remains
identical to (6.7). Subsequently, the dissipation inequality at the current con guration reads

m=- ) b=- (616)

@"_ aw

‘@ @’

where b" is the remanent b- eld that is the energetic work conjugate of h". Furthermore, standard

b" h" >0, with b" =-

(6.17)

material relation in the current con guration is given in terms of w"(B,h,h") and D"(B,h,h",h"),
such that (Halphen and Nguyen, 1975)

h
et @' _, (6.18)
@ ar
Since the dissipation potential D" (B,h,h",h") is de ned in terms of the objective Green-Nagdi rate,
we can suitably rephrase the derivative of D" with respect to h' in the last equation in terms of its
derivative with respect to h" by applying the chain rule, such that
h h

v, @ _, br= @' (6.19)

@Ir @|r @r

Thus, the dissipative work conjugate of h' is obtained to be b". This property of D" will be used in
the following section while de ning the current form of the  rate-independenévolution equation for
hr.

To this end, the reference and current constitutive relations, (6.6) and (6.16) along with the gen-
eralized standard material laws (6.9) and (6.18), respectively, are derived from the Clausius-Duhem
inequality. Even though the primary and internal variable arguments of the energetic ( WH(C,H,H")
and w"(B,h,h")) and dissipation (D" (C,H,H r,H'r) and D"(B,h,h",h")) potentials are speci ed
herein, the aforementioned potentials cannotassume any arbitrary functional form in terms their
arguments. Instead, these choices are further constrained by a number of physically-motivated con-
ditions and the material properties. Next, we set forth all these constraints on the choice of these
potentials, which will be followed by the choice of speci ¢ energy functions.

6.1.3 Properties of the potentials WH, D", wh and D

Herein, we detail the constraints on the energetic and dissipation potentials in order to ensure (a)
an even magneto-mechanical coupling and (b) material frame indifference. In addition, in order
to ensure an isotropic material response, further material symmetry restrictions are imposed on
these potentials. Furthermore, in order to ensure a positive dissipation, the potentials D" and D"
are subjected to the thermodynamic constraints (6.8); and (6.17),, respectively. It is noted that the
material objectivity and symmetry conditions are well known for the soft MREs with iron particles
(Kankanala and Triantafyllidis, 2004; Dorfmann and Ogden, 2004). However, as shown in Fig. 6.2,
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the proposed model for h-MREs introduces the remanent internal variables that are insensitive to the
stretch U, which lead to non-familiar magneto-mechanical invariants and rates. Hence, this section
is devoted towards stating explicitly all the aforementioned constraints in the context of isotropic
h-MREs.

Even magnetomechanical coupling : The magnetomechanical potential energy WH and w" must
be exactly the same when the magnetic loading is performed in the reverse direction (Kankanala and
Triantafyllidis, 2004). The even magnetomechanical coupling conditions for the Lagrangian and the
Eulerian energetic and dissipation potentials thus read

wWH(C,-H,-H")= WH(C,H,H"), DH(C,-H,-H",-H")=DH(C,H,H",H") (6.20)

and
wh(B,-h,-hr):wh(B,h,hr), Dh(B,-h,-hr,-hr):Dh(B,h,h',hr), (6.21)

respectively, for arbitrary C, B, H, H", h.and h".

Material frame indifference : This criteria imposes the condition that the energetic W, w" and
the dissipation DY, D" potentials must remain invariant under the change of observer. A change in
the observer leads to the new current position vector x = c+ Qx, where cis a rigid displacement eld
and Q is a rotation tensor (Gurtin, 1982, p. 139-142). Standard calculations show that the invariance
of the energetic and dissipation potentials under a transformation x! x leads to the constraints on
wH DM wh and D", which read (Gurtin, 1982; Kankanala and Triantafyllidis, 2004)

WH(C,H,H") = WM (C,H,H"), DM"(CHH",H")=D"(CHH",H") (6.22)

and
w"(QBQ",Qh,Qh") = w"(B,h,h"), (6.23)
D"(QBQ",Qh,Qh",Qh") = D"(QBQ",Qh,Qh",Qh") = D"(B,h,h",h"), (6.24)

respectively. Notice that the material frame indifference condition imposes no further restrictions on
the Lagrangian potentials WH and D". This is because the right Cauchy-Green tensor C and the
reference H remain invariant under the operation x! x . Nevertheless, it is also noted that the inter-
mediate vector H" and its rate also remain unaltered under the same operation. This observation is
in agreement with the objectivity conditions used in mechanical visco-plasticity, where the interme-
diate strain-like variables remain unaffected by a change in the observer (Dashner, 1993; Kumar and

Lopez-Pamies, 2016). Finally, the relationQh" = Qh' for the Green-Nagdi rate in (6.24), is obtained
via expressing h" = RRTh" and then performing the transformations R! QR and h"! Qh'.

Material symmetry : For the isotropic MREs with material symmetry group Symm 2 Orth *, the
energetic and dissipation potentials must remain invariant under a change in the reference con g-
uration via the tensor K 2 Symm. The material symmetry conditions on the potentials thus read

WH(KTCK,KTH,KTH") = WH(C,H,H"), (6.25)
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DH(KTCK,KTH,KTH" ,KTH")= D"(C,H,H",H") (6.26)

and
w'(B,h,h") = w"(B,h,h"), D"(B,h,h",h")= D"(B,h,h",h"). (6.27)

Again, the material symmetry conditions do not impose any additional constraint on the Eulerian
description (6.27) of the potentials. Note from (6.26), that the intermediate H' transforms via
H" 1 KTH', which follows from the additive decomposition (6.2) of the Lagrangian H and the
transformation of U ! KTUK under a change in the reference con guration. It is also noted that
in mechanical visco-plasticity the change in the reference con guration also modi es the interme-
diate plastic internal variables (Dashner, 1993; Bennett et al., 2016). Moreover, since the symmetry
transformation tensor K is, by de nition, constant in time (Malvern, 1969, p. 415-421), the material
symmetry conditions on the dissipation potentials D" and D" take the form given by (6.26) and
(6.27),, respectively.

Entropy imbalance : The dissipation inequalities (6.8), and (6.17), impose additional constraints
on DH(C,H,H r,H'r) and D"(B,h,h",h"), respectively, so that the entropy production remains al-
ways positive, thus ensuring a positive dissipation for any loading paths. These constraints on

DH(C,H,H",H")and D"(B,h,h",h") read

) . h
@W(C,H,Hr,Hr) H">0 and @

: (B,h,h",h") h" > 0, (6.28)
@' @’

respectively. Thus, in order to satisfy (6.28), D" (C,H,H r,H'r) and D" (B,h,h",h") must be convex
functions of H' and h', respectively.

De nition of invariants  : Finally, in order to satisfy the material frame indifference and the ma-
terial symmetry conditions, the energy functions are typically expressed in terms of frame invariant
quantities, which leads to identical functional forms of WH" and w" in terms of these invariants. We
provide a set of invariants that are relevant to the modeling of isotropic h-MREs in Table 6.1,

Table 6.1: Invariants associated with isotropic hard magneto-elastic solids

Invariant Lagrangian Eulerian || Invariant Lagrangian Eulerian
1= H H h Bh It = H CH h h
[HHr = H C=2H' h Bh' I = H C =2H' h h
I = H' CH' h Bh" || 1= Hf H' h' h'

where all the mechanical and the 15 and 1! magneto-mechanical invariants are the standard ones
that are employed in non-dissipative magnetoelasticity (Keip and Rambausek, 2016, 2017; Leféevre
et al., 2017; Lefévre et al., 2019). Nevertheless, the nite strain framework for h-MRES necessitates
a set of additional invariants associated with the remanent elds. In this regard, Table 6.1 shows
four additional magneto-mechanical invariants, among which 131" and IEH" are the dot products of
the full h- eld with the remanent h in the Lagrangian and Eulerian settings, respectively. Again, we
note from (6.2) that the Lagrangian remanent eld is given by UH ", which leads to such non-trivial
expressions of 1" and 1HH" in Table 6.1 (note that U = C*2)* However, the purely remanent

4Since C'*2 and C- %2 are symmetric, the invariants 151" and 151" can be equivalently dened via 15" =
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invariants 14" and 1" are straightforward to obtain in terms of their Lagrangian and Eulerian dot
products, respectively.

It is straightforward to verify that the mechanical ( 11,1,,J), energetic and remanent magneto-
mechanical invariants (11, 17" with i = 4,5) satisfy the frame indifference and symmetry conditions.
The invariance of the “mixed” invariants 177" under the change of the reference con guration can
also be proved via employing the identities ( KTCK)*2 = KTC¥*?K and (KTCK) %2 = KTC" 2K
(Gurtin, 1982, p. 169). Of course, one can propose a number of additional magneto-mechanical
invariants involving higher powers of C (or B). Nonetheless, in the present model we limit out
choice of invariants to those given by Table 6.1.

Finally, we propose an additional scalar invariant in terms of the referential ( H'r) and current (h")
rates of the internal variables. These two rates are related viajH "j = jh"j. Moreover, we note that both

jH "j and jh'j satisfy the conditions of even magneto-mechanical coupling, material frame indifference
and symmetry. Thus, a dissipation potential that is de ned in terms of the invariants in Table 6.1 and

jH"j or jh’j remains fully objective and material symmetric. In the following, we de ne the specic
functional forms of WH and D" (or equivalently, w" and D").

6.1.4 Choice of energy functions : decoupled model

Here we propose fully decoupled energetic and dissipation potentials associated with an incompress-
ible h-MRE. In particular, the decoupled model ensures no mechanical deformation under applied
proportional Eulerian magnetic loading cycles (Danas, 2017). Notably, for the soft MREs, a decoupled
model ensures no mechanical deformations under any Eulerian magnetic loading path. However, as
observed in (4.43), the imposition of Eulerian h- elds does not cancel the effect of magnetic body
torques. Hence, the decoupled response in theh-MREs are obtained only under a proportional cyclic
Eulerian h- eld, which ensures, on an average sense, no misalignment between the current magneti-
zation m and the applied h- eld, thus leading to a vanishing remanent stress.

Energetic potential : Earlier investigations with the soft MREs (Danas, 2017; Lefevre et al., 2017,
Lefévre et al., 2019) show that an the IH'-based magnetic energy leads to a decoupled magneto-
mechanical response. Thus, the incompressible potential energy reads

5 0 mech(|1)+ 0 2ag(|?r,|EHr,|l5-|r)

W“(ll,l?,l?”,l?%w“(ll,l?,I?”HI?%B -1 if J=1 (6.29)

2
T+ otherwise,
where ... and ﬂag represent the mechanical and the magnetic parts of the Helmholtz free energy,
respectively. The effective mechanical energy is given by (5.5), which is the analytical homogenization
estimate, provided by Lopez-Pamies et al. (2013) for |,-based incompressible two phase composites
having rigid particulate inclusions.
The magnetic free energy is further decomposed into an energetic and a remanent part, so that

H (fH (HHr (Hry_  Hen(H H
0 mag(|5’|5 r’|5r)_ 0 magn(|5)+ 0 m

arem (LEHT 18N, (6.30)

C¥:sym(H H")andIEH = C ¥2:sym(H H"), respectively.
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6.1. F- H andF- h constitutive models

To this end, no explicit analytical homogenization model is available for remanent magnetization
response. Nevertheless, we propose an effective model that satis es exactly two limiting conditions,
under which the analytical homogenization estimates are available. Firstly, in the limit of bf ! 1,
the constant homogenized slope of the linear magnetic response is given by the classical Maxwell-
Garnett (M-G) lower bound (Ponte Castafieda and Galipeau, 2011; Lefévre et al., 2017). Therefore,

H ,en

the effective energetic magnetic free energy ., reads

3c ¢
eIE with [ (6.31)

(18 =- TE a9y

0 mag

_0
2
where € is the effective energetic susceptibility. Consequently, the effective energetic permeability is
obtainedvia ¢ = ((1+ €). Secondly, we note from Chapter 3 that, in the limitof bf! Oand [ =0,
we recover the reversible saturation magnetic response. Hence, we propose a remanent potential
given by

1 ¢ iy,
ms (SR = e G T W DT e 632
p

that leads to an excellent approximation of the analytical homogenization estimates of Ponte Cas-
tafieda and Galipeau (2011) and Lefevre et al. (2017) in the limit of b5 ! 0and ; = 0. The effective
saturation magnetization m® in (6.32) is given by m® = ¢ mj( ®= ?), which leads to the “standard” ef-
fective saturation magnetization m* = ¢ m; for “ideal” hard magnets with > = 0,sothat ¢ = 7= .
Finally, the function fF[‘ remains identical to its de nition in (3.12) and Table 3.1, of course, here with a
different argument in the macroscopic model. Moreover, in the limiting case of jh"j! 0, the nonlinear

remanent potential (6.32) becomes linear in £, so that

_ 3C
S 3+(1-0)

H ,rem

hahey o8 IET) = (L EEA 4 ZJ@ with (6.33)
that is the Maxwell-Garnett lower bound of the initial susceptibility of the composite. Hence, the
effective initial slope of the saturation magnetization response also remains identical to the analytical
estimate. Nevertheless, the probe of the full model against numerically computed effective response
will be provided in Section 6.4.

Dissipation potential : It remains to de ne the evolution law for the internal variables H' and

h", which is obtained via de ning a convex magnetic dissipation potential in terms of a power law
in jH "j (or equivalently, in jh'j), which reads

_ ™ _ ™
. p+1 p+1 i < y=5

0 Ly 0 e
LU L PN _prgh),  with ek (6.34)
p

Hauyriy = -
)T ) e T D o
denoting the effective coercive eld of the composite and with p is the rate exponent that leads to a
linear visco-switching response for p = 1 and a rate-independent hysteretic response for p = 0 (Danas
et al.,, 2012a; Rosato and Miehe, 2014). Notice thati© in (6.34) is a reference rate parameter. The
numerical homogenization estimates (will be shown in Section 5.3) and experiments (Huber et al.,
2017; Kim et al., 2018) show that the effective coercivity b° remains nearly equal to the coercivity of
the hard magnetic inclusions bg. Nevertheless, in order to incorporate the effect of non-zero €, the
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factor ( = §)4=5 is multiplied in (6.34) ,, which leads to a weak dependence of b° on ¢ depending on
the magnitude of €.

Notice that the dissipation potentials in (6.34) are independent of the mechanical deformations.
This is because the de nition of H' in a stretch-free intermediate con guration and consequently,
the dissipation in terms of the Green-Naghdi rate of the current h". Therefore, it is observed that
the relation jH'rj = jh"j is valid for any loading path. Hence, (6.34) is fully objective and remains
independent of both mechanical stretch U and the rotation R.

The relation (6.9), yields that the intermediate remanent eld B’ is the work conjugate of H'.
Thus, a Legendre transform D" (jH "j) with respect to H' leads to its complimentary dissipation
potential DM (jB"j), which is also a power law with an exponent ( n + 1)=n on jB"j. Subsequently, in
the limit of rate-independence (i.e., n ! 0), the dissipation potentials D (jH"j) and D" (h") lead to
the switching surface in terms of B" and b", respectively, which reads

H.=B" B"- (K°)2=0, h:=p" b"- (K°)%2=0. (6.35)

Finally, the evolution equations for H' and h" are obtained from the principal of maximum remanent
dissipation, that leads to the associated switching rules in the intermediate and current con gura-
tions, given by (Landis, 2002; Klinkel, 2006; Linnemann et al., 2009)

H h
'H@é)gr and h'='h%r.

respectively, where " and " are the Lagrange multipliers that satisfy the Kuhn-Tucker conditions
given by

H' = (6.36)

(. (.
H=0 if H<o g h=0 if "<o (6.37)
. an . .
H>o if H=0 h>o if M=o

Constitutive equations in Lagrangian and Eulerian settings : Two equivalent decoupled formu-
lations in the reference and current con gurations are proposed for the h-MREs. The reference for-
mulation utilizes the constitutive laws (6.6) along with the intermediate switching surface (6.35) ; and
the corresponding associated switching rule (6.36),, whereas, the current constitutive laws, switching
surface and switching rule are given by (6.16), (6.35), and (6.36),, respectively. The set of constitu-
tive relations for the incompressible h-MREs are thereby listed in Table 6.2. Notice that an arbitrary
hydrostatic pressure contribution is added to the stresses in order to apply the incompressibility
constraint. We conclude this part by making two remarks. Moreover, the expression (6.15) for is
simpli ed further after substituting (6.17) into it (see Appendix 6.A for details).

Symmetry of  : Given the choice of wH (11,1, 1EH"1H") for the decoupled model, we note that
all the arguments of o M are independent of B except the mechanical invariant I,. Hence, the
mechanical Cauchy stress .., is symmetric for this incompressible model (Ogden, 1997). Moreover,
the constitutive choice (6.29) leads to the currentb and b" given by

E__
° < ! Hr
_ _ 1- ¢ oms h 5" hr
b= o1+ ©®)h-h") and b"=- 41+ °)h- , TS h' - S 7p(fp)0 ms jhj’ (6.38)
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6.1. F- H andF- h constitutive models

Table 6.2: Constitutive relations and associated switching rules for incompressibe h-MREs in the Lagrangian

and Eulerian frameworks

Lagrangian Eulerian

S= 2F@@VEW - pF T =2 0@-é;|3+.h b - 20jhj2|( + deztzz skw h" b' VZ - pl
B =- %7\/\7: b' =- %"?

H.=B" B'- (b°)2=0 h=b" b'- (b°)2=0
H'r:'Hg; hr:.h%:

respectively. Substitution of (6.38) into (6.16), followed by some algebraic manipulations leads to the
expression for the remanent stress given by (see Appendix 6.A for details)

rem — _ 2 0
o = detZZ skw h  m VZ, (6.39)

where V = B2 is the left stretch tensor and Z = tr(V)l - V. Notice that, unlike the “classical” de ni-
tion (Pao and Hutter, 1975; Robinson, 1975) of the magnetic body torques, [ is not skew-symmetric
for the h-MREs. Nevertheless, in addition to the demonstrations in Section 6.1.2, Appendix 6.A also
shows that the total is symmetric from its explicit expression, derived therein.

6.1.5 Coupled potential

In order to introduce a coupling potential, we follow (Mukherjee et al., 2020) and augment a coupled
free energy H to the fully decoupled model (6.29). The full expression for WH thus reads

couple

E 0 mech(|1)+ 0 ﬂag(|5H ||5'|I',|?HI‘)+

H Hr (HHr (H (Hr [HHry— H Hr yHHr Hr [HHr
W (Ila|4 1|4 1|5:|5 a|5 )_ 0 couple (|4 1|4 1|5 ’|5 )_

Hoif J=1 6.40
> 5 (6.40)

_0
2
+1 otherwise.

In the absence of any energetic magnetization (equivalent to the ferroelectric hysteresis response) ,
i.e., ©=0,the coupled energy is observed to be directly proportional to the square of the remanent
eld H'. Thus, the purely remanent H reads

couple

H Hr (Hry— ~ H Hr _ (H
0 couple (|4r’|5r)_ c ™ 0 |4r' |5r y (641)

4In the Lagrangian setting, the remanent elds and the associated switching rules are expressed in the intermediate
con guration.
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where "' is a real material parameter, namely the remanent coupling coef cient. Nonetheless, the
nite energetic magnetization for € 6 0 necessitates the de nition of an additional coupling energy.
The full H . is hence de ned via

couple

n (o]
H Hr (HHr (Hr [HHry — Hr Hr Hr e HHr HHr
0 couple (12212 " ,15 15" )=¢ o Iz -15 - 2% 157 - 1I5 : (6.42)

Notice that in (6.42) we introduce two 1%)-type invariants, namely 15" and 184", Moreover, the
(Ig) - Ig)) form in (6.42) ensures a negligibly small effect of the coupled energy on the effective
magnetization m.

Since the potential WH is augmented without altering its arguments, it follows from (6.7) that
is symmetric. Nonetheless, the full expression of obtained from the proposed fully-coupled model
(6.40) and the symmetry of is discussed extensively in Appendix 6.A. Furthermore, we notice from
Table 6.1 and 6.2 that in the Lagrangian formulation, it is necessary to estimate the derivatives of
C¥2 and C- 172 with respect to C, which is a non-trivial operation. Thus, complete expressions for
the derivatives of IHH" (i = 4,5) with respect to C are provided thereafter in Appendix 6.B.

It is noted that the magneto-mechanical coupling energy contribution is relatively smaller than the
decoupled energy contributions (Danas et al., 2012b). In fact, several structural problems involving
soft and hard MREs are observed to predict perfectly the magneto-mechanical structural response
while ignoring completely the coupling energy contribution (Psarra et al., 2017, 2019; Zhao et al.,
2019). Nevertheless, in order to obtain a magnetostrictive response of the h-MREs, the coupled
potential (6.40) is employed. Finally, no additional coupling is introduced in the dissipation potential,
which is still given by (6.34) in this coupled model.

Remark 6.2. We note that the nearly incompressiblenodels of the h-MREs are often useful while
carrying out the numerical computations for a boundary value problem. Thus, we provide an equiv-
alent compressible model for the h-MRESs, which is a simple extension of the proposed fully-coupled
model (6.40). The compressible counterpart of (6.40) thus reads

H Hr (HHr (H (Hr (HHry — H com H (H (Hr (HHr
WMy, 3,150,157 15,15 .15 ) = o PU1, 9+ o maglls, 15 15" )+

mech
0 toupe (871G IETIENT) - 20, (6.43)
where o 2™(1,,J) is given by (5.34). The Lame constantG? is associated with the matrix phase
as de ned in the microscopic model (4.15). Notably, in a nearly incompressible model, the Lame
constant is typically set to be G2> 100G,, which imposes a penalty on Jto constraintitto J 1.

6.2 F- B and F- b constitutive models

The proposition of constitutive models in the F- B and F- b spaces follow a similar path to the
preceding F- H and F- h-based modeling. Notice from Chapter 2 that the choice of the primary
variables are crucial and they changes the local pointwise Clausius-Duhem inequalities. Speci cally,
we utilize the inequalities (2.63) and (2.35), while deriving the constitutive models in the Lagrangian
and Eulerian settings, respectively, by following the standard Coleman-Noll-Gurtin (Coleman and
Noll, 1959; Coleman and Gurtin, 1967) method. Again, in a similar note to the F- H and F- h
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6.2. F- B andF- b constitutive models

models, we start by proposing an additive decomposition of the primary magnetic eld variable,
which is B or b in the present case.

6.2.1 Additive decomposition of B and b
As discussed in Section 6.1.1, the additive decomposition of the primary magnetic variables must re-

spect the stretch independence of the current magnetization m, under no externally applied magnetic
eld. Such condition can be obtained in the present dissipation framework via de ning the indepen-

Vi R

V, F v

Figure 6.3: De nition of the independent internal variable B' at the intermediate con guration V;.

dent Lagrangian remanent b- eld in a stretch-free intermediate con guration V; (see Fig. 6.3). Thus,
the additive decomposition of the total B reads

B=B°+JU ‘B, (6.44)

where B® is the energetic and B" is the intermediate remanent part of B. In turn, (6.44) can be pushed
forward via the transformation (2.45), so that

b= %FBe+ FU IB"=b®+RB" b®+b", (6.45)

where b" = RB'". The latter ensures a stretch-free independent description of the remanent b- eld in
the Lagrangian setting. Again, it is emphasized that the additive decompositions (6.44) and (6.45) are
the direct consequences of the “af ne rotation” assumption. Thus, (6.44) and (6.45) remain open for
the suitable modi cations considering more complicated kinematics of the rotating and rearranging
particles inside a h-MRE. Next, we derive the constitutive relations in the Lagrangian and Eulerian
settings from the respective point-wise Clausius-Duhem inequalities via considering B" and b" to be
the independent internal variables, respectively.

6.2.2 Thermodynamic inequalities and constitutive relations

Here we derive the constitutive relations from the two equivalent point-wise Clausius-Duhem in-
equalities (2.63) and (2.35) in the Lagrangian (reference) and Eulerian (current) settings, respectively.
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Constitutive relations in the reference con guration : The Lagrangian formulation of the consti-
tutive framework considers F and B to be the primary variables, along with the intermediate B' to be
the independent internal variable. Under isothermal magneto-mechanical loading conditions with
no heat ux, the referential Clausius-Duhem inequality (2.63) reads (McMeeking and Landis, 2002;
Landis, 2002; Klinkel, 2006)

S:F+H B- WB >0, (6.46)

where the potential energy W8 = WB(C,B,B") is considered to be a function of C, B and the in-
termediate B'. Such de nition of WEB ensures the material objectivity conditions (Kankanala and
Triantafyllidis, 2004; Dorfmann and Ogden, 2004, 2005). Expanding further W& in terms of its argu-
ments and substituting the result into (6.46) leads to

) o . aw
@ @

S- ZF@@\;:\? ‘F+ H-

B > 0. (6.47)

Again, due to the arbitrariness in the variations of the primary eld variables F and B, the standard
arguments of the Coleman-Noll-Gurtin method leads to the local constitutive relations

@\ W
= QF— H=—_.
@’ @

Similar to the F- H model, WB(C,B,B") can be equivalently expressed in terms of WB(F,B,B")
wP(B,b,b";F,B,B"), where b = (1=)FB and b" = RB'" are the two derived variables, depending
explicity on F,B and B". With this representation, the total Cauchy stress is expressed from
(6.48), so that

S (6.48)

. 1) o <
—EF@FT—}@FT—E @ |:T+} @ @ FT+} aw Q FT
J @ J & J @ J @ gy @ J @ gy @
‘@ S T e ‘R
= 70 ‘@ BT h b 70 jnj2 + jmj2 | +7° & RTb’ & FT, (6.49)
|—{z22) | {z b iz }

where we substitute (2.33) to further express wP (B,b,b";F,B,B")= o ?(B,b,b";F,B,B")+ (J=2 ()b

b, with P is the speci ¢ Helmholtz free energy. Notice that, unlike W&, wP is not a function that
depends explicitly on C. Rather, the latter is a function of F, B and B" (note that R is also a function
of F). Hence, we apply rst the identity (6.1) ; in (6.49) to express the C derivative in terms of

the derivative with respect to F. The identity (6.1), is subsequently applied while expressing the F
derivative in e in terms of B. Furthermore, the constitutive relation (6.48) , is also used in the
algebraic manipulations while obtaining the nal expression in (6.49).

Similar to the F- H model, the total is thus obtained as a sum of three distinct stress con-
tributions, namely the mechanical, energetic Maxwell and the remanent Maxwell stresses, so that
= et oLt .- Notably, Danas (2017) provides a similar decomposition of the total , de-
rived from the Lagrangian F- B model in the context of s-MREs, sothat = ..+ ... Eventually,

the remanent magnetization in the h-MREs leads to the additional stress component =% . which is
given in (6.49) for the F- B model.

The referential angular momentum balance (2.53) is ensured via the de nition of W8 = WB(C,B,B")
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(Coleman and Gurtin, 1967; Suo et al., 2008). This specialization leads to an expression for the total

given by (6.49), such that

_2.@W
= Fa (6.50)

Owing to the symmetry of C, the symmetry of can be observed readily from the last equation.
Thus, as a direct consequence of the relationsw®(F,B,B") wP(B,b,b";F,B,B") and (6.1), we note
that the sum  en+ &0.,+ 0 in (6.49) remains symmetric, while the symmetry of the individual

maxw maxw

stress components are not ensured.

With the constitutive relations (6.48), the thermodynamic Clausius-Duhem inequality (6.47) now

reads
@W

@'’
where H' is the energetic work conjugate of B". Again, similar to the F- H model, the constitutive
relation for the internal variable (6.51) in the Lagrangian formulation is given in the stretch-free inter-
mediate con guration, while the primary constitutive relations (6.48) are proposed in the reference
con guration. Finally, the evolution equation for B' is obtained from the intermediate generalized
standard material relation, which reads

H' BT >0, with H' =- (6.51)

=0, (6.52)

where DB(C,B,B",B") is the dissipation potential. Substituting the last equation into (6.51) we obtain

the dissipation inequality, that is
o

> T

B" > 0, (6.53)

which is satis ed for any choice of DB that is convex in B". Specic choice for DB in the context
of F- B-based model for the h-MREs is provided in the following. Prior to that, we set forth the
constitutive relation in the current con guration, i.e., in the Eulerian setting.

Constitutive relations in the current con guration  : The equivalent constitutive framework in the
current con guration considers the Eulerian magnetic eld b and internal variable b" to be the inde-
pendent variables. Consequently, the Clausius-Duhem inequality for this F- b modeling framework
is given by (2.35), which for the present case of the isothermal magneto-mechanical modeling reads
(Kankanala and Triantafyllidis, 2004)

J -h b+?°(jhj2-jmj2)l 1+Jm b- o 'P>o0. (6.54)

Expanding further the material derivative of ~ ®(B,b,b") in terms of its arguments, we rephrase (6.54)
to be

¢ b b b
3 -h b+ OG- imP) 1+ b & . @ p. @ b' > 0, 6.55
5 (hj” - mj%) @ B @ (6.55)
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which reads upon rearrangements

° §. < a ~
2 0 @ b 0/:a:2 P 0 @ b Tr . @R T .
J 3 @B h b+7(jhj imj)l T @ R'b @ F' ol
. <
c@° @’
+J m- T @ b- o @ b" > 0, (6.56)
where b" = b" - b' is the Green-Naghdi rate of the current remanent eld b" with  the spin rate

as de ned in Section 6.1.2. In order to prove the symmetry of the terms in contraction with | in (6.56),
except , we frame an equivalent expression for w°(B,b,b") WB(C,B,B";F,b,b") in terms of the
Lagrangian B = JF b and the intermediate B" = RTb". Notice that, here the primary magnetic and

internal variables are still given by b and b", respectively. Nonetheless, in a complimentary sense to
(6.49), the expression ofwP (B,b,b") in terms of WB(C,B,B";F,b,b") leads to the relation

§e < a . ~

B+h b- ?O(jhjz— imi2) + 2 @° Rp B o2 ow F',  (6.57)

20@° 2
J @' @ J @ gpr

J @

which ensures the symmetry of the sum on the left hand side of the last. Thus, the symmetry of
from (2.20) and the symmetry of the ensemble of the additional terms contracted with | in (6.56)
allow us to replace | by the current stretch rate d = sym[l], so that

[ ] §. < a ~
2,@° 0(ihi2 . imi2 o @° 1. @R g
J @B h b+ J0n- m)- 3 o R FTood
. <
c@° @P
+J m- T @ b - @ b" > 0. (6.58)

Sinced and b are arbitrary and b" is independent of the former two, the standard arguments of
the Coleman-Noll-Gurtin method (Coleman and Noll, 1959; Coleman and Gurtin, 1967; Hutter, 2017)
leads to the constitutive relations

§e < a
_2,@° 0pmi2 a2 o @° 1., @R 4
=SR2 B N b RhE- mPe S B RTH i F (6.59)
and @b L@
_ 0 _ _
"Te 7 "ie (6:60)

Taking the relation (2.33) between wP and P and the constitutive relations (6.59) and (6.60) into
account, (6.58) now reads

aw
@’
where the remanent h" is de ned to be the work conjugate of the current b". Finally, the evolution
equation for the b" is obtained from the constitutive relation for generalized standard materials in
the current con guration, which in the context of the present F- b model reads

h" b">0, with h'=- (6.61)

W, @° _
@ @&

(6.62)
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where DP = DP(B,b,b",b") is the dissipation potential, expressed in terms of current variables.
Notice that we de ne the explicit dependence of DP on the Green-Naghdi rate b". Furthermore, we
rephrase (6.62) by exploiting the relation b" = br- b, such that

@i , @ _

0. 6.63
Ci. (6.63)
Consequently, (6.61) along with (6.63) leads to the dissipation inequality, given by
b
@ b" > 0, (6.64)
@r

which constraints DP to be a convex function of b", thus ensuring a positive dissipation under any
loading path. Of course, the choice for W8, DB, wP and DP are restricted further by the conditions
discussed in Section 6.1.3. These conditions eventually lead to the de nitions of invariants, which we
now de ne in terms of C, B and B' (or equivalently, B, b and b") in the following.

Remark 6.3. As discussed in Chapter 2, the potential energy WH (w") can be obtained from W8 (wP)
via a partial Legendre transform of W8 (wP) with respect to B (b), or vice-versa. However, (2.61)
and (2.30) suggest that the independent internal variables in the F- B (F- b) model can be kept
identical to that inthe F- H (F- h) model. Nonetheless, here we consider different notations for the
independent internal variable in the F- H and F- B (or equivalently, the F- h and F- b) models.
This is done in order to remain consistent with the remanent magnetization/polarization literature
that considers the independent additive decompositions H = H® + H" and B = B® + B' in the context
of F- H and F- B-based models, respectively (McMeeking and Landis, 2002; Landis, 2002; Klinkel,
2006; Linnemann et al., 2009; Miehe et al., 2011; Kalina et al., 2017). It is emphasized that no explicit
relation must be drawn between the independent and conjugate H' and B' in the context of the
F- H model with those de ned in the context of F- B model. The same is applicable for the F- h
and F- b-based models as well. Thus, one should treatthe F- H, F- h and F- B, F- b-based models
independently.

6.2.3 Properties of the potentials W8, DB, wP and DP

The energetic and dissipation potentials must satisfy the conditions of (a) even magneto-mechanical
coupling, (b) material frame indifference, as discussed in Section 6.1.3 in the context of F- H model.
In addition, these potentials must satisfy the material symmetry conditions for the isotropic MREs
and the entropy imbalance conditions on DB and DP. Section 6.1.3 provides a detail on each of these
conditions. Thus, here we set forth directly the aforementioned conditions for the present context of
F- B and F- b models.

Even magneto-mechanical coupling : The even magneto-mechanical coupling is ensured if the
energetic and dissipation potential satisfy the conditions

wB(C,- B,- B")= WB(C,B,B"), DB(C,- B,-B',-B")= D(C,B,B",B") (6.65)

and
wP(B,- b,- b") = wP(B,b,b"), DP(B,- b,- b",- b")= D?(B,b,b",b"), (6.66)
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Chapter 6. Microstructurally-guided continuum models tofMRES

respectively, for arbitrary C, B, B, B, B, b, b" and b".

Material frame indifference : The material frame indifference conditions on the W8, DB, wP
and DP essentially ensures that these potentials remain invariant under an arbitrary change in the
observer, whose rotation is given by Q, so that

wB(C,B,B") = WB(C,B,B"), D8(c,B,B",B")= DB(C,B,B",B") (6.67)

and
w?(QBQT,Qb,Qb") = wP(B,b,b"), (6.68)
DP(QBQ",Qb,Qb",Qb") = DP(QBQ",Qb,Qb",Qb") = D?(B,b,b",b"). (6.69)

In analogy to Section 6.1.3, here the Green-Naghdi rate Qb" of the transformed b' can be shown to

yield the relation Qb'" = Qb', thus ensuring its objectivity.

Material symmetry : In order to satisfy the material symmetry conditions for the isotropic  h-
MREs, the potentials must remain invariant under a transformation of the reference con guration by
an arbitrary orthogonal tensor K, so that

wB(KTCK,K™B,KTB")= WB(C,B,B"), DB®(KTCK,K'™B,K"B",K"B")= DB(C,B,B",B") (6.70)

and
w”(B,b,b") = w°(B,b,b"), DP(B,b,b",b")= D?(B,b,b",b"). (6.71)

Entropy imbalance : In addition, the dissipation potentials D®(C,B,B",B") and D?(B,b,b",b")
must be convex functions of B" and b", respectively, in order to satisfy the intermediate and Eulerian
dissipation inequalities given by (6.53) and (6.64).

De nition of invariants  : It is customary to express the potentials W8, DB, wP and DP in terms
of a set of purely mechanical and magneto-mechanical invariants, that satisfy the conditions of even
magneto-mechanical coupling, material frame indifference and material symmetry. The relevant me-
chanical invariants are de ned via the standard 1, = tr(C) and 13 = J= (det C)'=2, while the relevant
magneto-mechanical invariants are listed in Table 6.3. Here we only prescribe the |5 and lg-type
invariants since they are the only ones which would be used while de ning the energy functions.
Notice from Table 6.3 that, along with the commonly-used 18 and I invariants (Dorfmann and Og-
den, 2004, 2005; Ponte Castafieda and Galipeau, 2011; Danas, 2017), we de ne an additional set of
“mixed” and “remanent” invariants indicated by the superscripts “BBr” and “Br”, respectively. It is
straightforward to verify that all these invariants satisfy the set of aforementioned conditions regard-
ing the even magneto-mechanical coupling, material frame indifference and material symmetry.

Table 6.3: Invariants associated with the F- B and F- b models of isotropic h-MREs

Invariant Lagrangian Eulerian Invariant Lagrangian Eulerian
18 = B CB Fb b 18 = B C2B Fb Bb
185 = JB Cc!=2B' Fb b || 188 = JCB C¥2B"  Fb Bb'
19" = FB' B' Fb" b || 18 = FB' CB' Fb" Bb'
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6.2. F- B andF- b constitutive models

It remains to prescribe the invariant rate. Similar to Section 6.1.3, it is observed here that the
norms jB'j and jb"j are equal to each other and are objective as well. Thus, the dissipation potential

that is proposed in terms of the invariants of Table 6.3 and jB"j or jb"j remains fully objective and
isotropic. In addition, the dissipation potentials must satisfy (6.53) or (6.64) in order to ensure a
positive dissipation. The proposition of the speci ¢ functional forms for DB and DP are given in the
following.

6.2.4 Choice of energy functions: decoupled model

In a similar note to the s-MRE models in Chapter 4 and the proposed F- H and F- h model for
the h-MREs in Section 6.1, here we propose rst a decoupled model for the effective response of
incompressible h-MREs. Again, the decoupled model ensures no mechanical strains under propor-
tional magnetic loading cycles. The magnetostriction, arising due to the particle rearrangements
under proportional loading paths, will be modeled afterwards in terms of proposing the coupling
potentials. Also, we emphasize that the “decoupled” model for the h-MREs ensure a decoupled
magneto-mechanical responseonly under proportional magnetic loading cyclésnon-proportional mag-
netic loading or a coupled magneto-mechanical loading path may induce mechanical strains and the
change in current m obtained from the decoupled model. This is due to the existence of the history-
dependent remanent magnetization in the h-MREs that makes the effective response path-dependent
and consequently, a fully decoupled magneto-mechanical response is not, in general, ensured.

Energetic potential : The I; and 1B-based decoupled energetic potential for the incompressible
h-MREs is de ned to be

B B |BBr |Br
0 mech(|1)+ 0 mag(|5’|5 1|5

1 .
WE (11, 18,188,187 = wP(11,18,18%,18") = to—lg if J=1 (6.72)

0
+1 otherwise,

W AW

where the purely mechanical effective energy (1) is given by (5.5). Furthermore, the 18-based
magnetic potential is proposed herein to be comprising of energetic and remanent contributions,
such that

0 IS 1EPNIEN = 0 RSB+ o BETEELIEY. (6.73)

The F- B model is also designed vis-a-vis the F- H model, that match the analytical estimates for

the effective energetic and remanent susceptibilities. As detailed in Chapter 3, E;g‘ is associated

with the linear energetic response of the magnet outside the switching regime. Thus, the effective
linear response for this composite is given by
. <

1 1 4

= g,
2 ¢® 0

[EY

B, By —
0 mazn(IB) -

(6.74)

where €= o1+ €)with € for the composite is given by (6.31),, which is the M-G lower bound
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for the effective energetic susceptibility. Subsequently, the remanent free energy is given by
E__
Br

’ < °
1 1-c¢c c(1+ ) 2¢b s
L R et WO (6.75)

1
B,rem ¢ BBr Bry — BBr
(|5 7|5)_' I5 -

mag

which, in the limit of c! 1, leads to the remanent free energy (3.36) associated with the metallic
magnets. Here fpb is the inverse saturation function de ned by (3.37) for the particle phase, whereas
m® is the effective saturation magnetization, de ned to be m° = ¢ my( ©= 5)0-8. Thus, in a similar
note to the decoupled F- H model in Section 6.1.4, here the decoupledF- B model is de ned fully
in terms of the material and microstructural properties of the underlying microstructure, without
introducing any additional model parameters.

As discussed in the context of the effective F- H model, at the onset of switching, i.e., in the
limit of jb"j! 0, one can linearize the nonlinear inverse saturation function fpb. Consequently, (6.75)
becomes linear in 1IE8" and 18", such that
1 1 1+

+
1587+ — 18, (6.76)

e

B,rem BBr |Bry —
0 j! 0('5 1|5)__

mag,jb’
where s the effective susceptibility given by (6.33),. It is noted here that the “effective susceptibil-
ity” for the F- B modelis given by =(1+ ), which is identical to that provided by Ponte Castafieda
and Galipeau (2011) in the context of ssMREs. Even though Ponte Castafieda and Galipeau (2011)

provide the estimate of effective susceptibility in terms of b,, that is related to , via b, = =1+ ),
one recovers the effective susceptibility in (6.76) via straightforward algebraic manipulations.

Dissipation potential : The de nition of the effective dissipation potential takes a similar form to
that in (6.34), except the arguments are now given in terms of jB'j and jb'j, so that

_ ™ _ ™
bchro jBr] p+1 bchro jbj prl

(p+1) epo (p+1) epo

DB(B")) = = DP(jb"j), (6.77)

where the effective coercive eld b° is de ned via (6.34) ,. Notice that both DB(jB"j) and DP(jb"j) are

objective and are convex in terms of B" and b", respectively. Hence, the entropy inequalities (6.53)
and (6.64) are satis ed for all b > 0and © > 0. Since a rate-independent response is sought-for in
such quasi-static h-MRE responses, we obtain the ferromagnetic switching surfaces from (6.77) in the
limit of p! 0, which are given in the reference and current con gurations by

B.= (e2HT H'- (KF)2=0 and b.=( €)2h" h'- (b°)? =0, (6.78)

respectively. Notice that H" and h" in the former and the latter are de ned via the constitutive
relations (6.51) and (6.61), respectively. Thus, bothH" and h" can now be computed explicitly from
the potential energy (6.72). Subsequently, the evolution equations for B" and b" is given by the
associated switching rules, so that

.b@b
@' @’

(6.79)
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6.2. F- B andF- b constitutive models

where "B and "° are the Lagrange multipliers in the context of F- B and F- b models, respectively.
Notably, both "B and P must satisfy the Kuhn-Tucker conditions, given by

( ‘B=-p if B<o g ('b:o if P<o (6.80)
. an . .
B>o if B=o0 b0 if P=o,

respectively. Next, we provide a summary of the constitutive relations those are relevantto the F- B
and F- b models.

Remark 6.4. Experimental investigations with h-MREs typically report the effective coercivity in
terms of de ning a coercive eld in terms of h®, which is considered to be the h- eld where the
m - h hysteresis loop crosses theh axis (Kalina et al., 2017; Kim et al., 2018). Thus, one can replace
k¢ by €ht in (6.78), so that the switching criteria can be set in terms of specifying h®. Nevertheless,
in this work we only specify b as a measure of the particle coercivity and all the effective coercivity
measures are expressed in terms ofbS, € and c.

Constitutive equations in Lagrangian and Eulerian settings : Here we summarize the constitutive
relations in the Lagrangian and Eulerian settings. In particular, the F- B-based model is associated
with the constitutive relations given by (6.48), (6.51) , and the local evolution equation for the rema-
nent B' is given by (6.78),, (6.79),. The F- b-based constitutive relations in the current con guration
is given by (6.59), (6.60) and (6.61). Finally, the local evolution equation for b" is given in terms of
its Green-Naghdi rate (6.79),. These constitutive relations in the Lagrangian and Eulerian settings
are summarized in Table 6.4.

Table 6.4: Constitutive relations and associated switching rules for the incompressibe b- eld-based models of
h-MREs in the Lagrangian and Eulerian settings

Lagrangian Eulerian
— @V\? - T _ @b ) 0 a2 ) 2 r r
S—ZF@: - pF —20@B+ h b-Ejhj-ij I +detZZSka h" VZ - pl
@w @w
H= h=—
@ @
ow @w
H' =- @ h' =- @
B::(e)ZHr Hr_(bc2:0 b::(e)zhr hr_(bC)2:0
. ..@?B b @°
B' = B@-|f b' = b@|r

Again, the constitutive relations presented here are provided for the speci ¢ case of an incompress-
ible model. Consideration of the material compressibility leads to a little alteration of the constitutive
relations for S, and h. However, the constitutive relations for H' and h" and nally, the evolution
equations for B and b" remain identical to those in Table 6.4. This observation can be attributed di-
rectly to the stretch-insensitivity of b" that is de ned via the de nition of its Lagrangian counterpart
in the stretch-free intermediate con guration V;.
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Symmetry of . Even though the symmetry of is con rmed via (6.57) in the developed consti-
tutive framework, one can prove the symmetry of provided in Table 6.4 explicitly via expanding
it in terms of the invariants provided by Table 6.3. The algebraic procedure to prove its symmetry
follows the exact path as in Appendix 6.A and thus, is not shown explicitly in this text.

One can further simplify the expression for , given in Table 6.4 via considering the speci ¢ forms
of h and h' for the proposed decoupled potential (6.72). Speci cally, the remanent stress part of is
now simpli ed via considering the expressions for h and h" in terms of b and b", such that

S © ¢
1 1 2 1-¢ ms (1+ ,) A
h=Z(b-b) and h'= b+ = == bl- 7—p"(f;’)0 s o

(6.81)

Substituting the last two into the expression for in Table 6.4, one eventually obtains the same
expression for % as given by (6.39). Thus,for the speci c decoupldgé- h andF- b models proposed in
this chapterthe expressions for " becomes identical.

maxw

6.2.5 Coupled potential

In order to propose the coupling potential for the F- B (or equivalently, F- b) model, we follow an
identical approach as in Section 5.2.2 in the context of ssMREs. Thus, we augment the total potential
WEB (or w”) with a coupling energy that is a function of both |5 and lg-based mixed and remanent
invariants, so that

% 0 mech(|1)+ 0 Eag(IE!ISBBraIEr)

1 :
WB(Il,IsB,IsBBr,I?r,IEBEIEr)=; o cpe (IS70ISLISTIEN + 512 i J=1 (6.82)

+1 otherwise,

where all the relevant invariants are listed in Table 6.3. We consider no coupling in terms of the
dissipation potential since the energy dissipation remains purely due to the magnetic switching,
whereas the other possible sources of dissipation are ignored in the micro and macroscopic models.
Speci cally, the coupling potential for this model is proposed to be
§ a

e
B BBr |Br |BBr |Bry — Br Br Br BBr BBr

0 couple

, (6.83)

where B is the coupling coef cient for the F- B model. This coef cient will be identi ed via t-
ting the model magnetostriction response to that estimated from the numerical computations. It is
emphasized that (6.83) provides one possiblphenomenological energy function that models the mag-
netostriction response of the h-MREs. Nevertheless, one can introduce more modeling parameters in
(6.83) whenever necessary.

We observe that explicit expression for S in case of the Lagrangian model necessitates the com-
putations of the derivatives of 12 and I8 with respect to C. While the C derivatives of the energetic
12, 1 and remanent 15", 1E" are straightforward to compute, that of 158", 1BB" are not trivial. Thus,
explicit expressions for the derivatives of 188", 1BB" with respect to C is provided in Appendix 6.B.

Remark 6.5. In view of practical implementation of the proposed F- B constitutive model in an
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incremental FE solver, we provide a compressible version of the incompressible potential energy
(6.82), such that

B B BBr |Br {BBr |B B , IE lEBr IEr
r |Br r Bry — com
W= (1,318,157, 15,167, 15) = o mecE(Il"])+ 0 mg p' 'R
, E
|BBr |BI’ |BBI’ |Br 1

B S5 5 6 6 B
t o couple P RP P + 2 0J|5. (684)

The compressible mechanical free energy 0 in (6.84) is given by (5.34), which leads to a nearly
incompressibleffective model in the limit of G2 G, where G? is the bulk modulus of the matrix
phase. In a similar note to (5.43), the compressible versions of B, and 2 . consider their argu-
ments in terms of Is=F and lg=J invariants. Notice that, no modi cation in the de nition of the
effective switching surface (6.78) and the associated switching rule (6.79) is carried out in the present

case of a nearly incompressible modeling.

6.3 Limiting conditions

The proposed incompressible constitutive relations in the F- h and F- b spaces, which are sum-
marized in Table 6.2 and 6.4, respectively, can be simpli ed under a number of limiting conditions.
Moreover, such limiting cases also show the proposed models' capability to reproduce exactly the
previously-known models for metallic hard magnets (Robinson, 1975) and s-MREs (Kankanala and
Triantafyllidis, 2004; Dorfmann and Ogden, 2004, 2005; Steigmann, 2004). In particular, we discuss a
couple of limits, namely, () the limit of ¢! 1, where the effective models approach the magneto-
mechanical model of metallic permanent magnets and (i) the limit of ki ! 0O, which leads to a soft
magnetic response.

@ Thelimitof ¢! 1:Inthelimitof c! 1, the effective shear modulus in (5.5) approach +1 ,
thus, constraining the effective strain to become in nitesimally small. Consequently, by substituting
V = 1 (since Grad u I, we ignore the sym(Grad u) and the higher-order terms in Grad u in the
expression of V) in the expressions of in Table 6.2 and 6.4, we obtain the classical expression of the
total for the permanent metallic magnets, which reads (Robinson, 1975)

8 . <
3 e+t h D- ?thjzl +skw om h - pl for F- h model,

= . - (6.85)
3 mecnt h b= ?O jhi?- im2 | +skw om h - pl for F- b model,

where . can be expressed in terms of the in nitesimal strain sym(Grad u) and the effective shear
modulus G (see e.g., (Kumar and Lopez-Pamies, 2016)). Thus, in the limit of small strains, the Cauchy
stress measures in the proposedF- h and F- b frameworks lead identically to the classical small

strain theory of Robinson (1975) for the metallic permanent magnets. Notice from (6.85) that the

expressions of remain the same for the F- h and F- b models except the added hydrostatic stress
contribution with jmj? that appears additionally in the F- b modeling framework.

Moreover, in this limit the Green-Naghdi rate h" (b") of the current h" (b") tends to the objective
Truesdell rate de nedvia h" = h" - [h" (b" = b" - 1b"), which is also referred to be the Lie rate of h'
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(b") with respect to the reference con guration (Pinsky et al., 1983; Szab6 and Balla, 1989). Thus the
models of metallic magnets at the current con guration typically de ne the dissipation potential in
terms of h" (or equivalently, b") (see e.g., (Keip and Sridhar, 2018)).

(i)  The limit of b ! 0: As discussed in Chapter 3, the pure magnetic hysteresis model in
the limit of by ! 0 leads to a non-dissipative saturation magnetization model. Consequently, a
modi cation in the expression of s also obtained. Notice that, setting bf = 0 leads to the switching
conditions given by b" b" = 0and h" h" = 0 for the F- h and F- b models, respectively. Thus,
substituting these two switching constraints, namely, b" = 0 and h" = 0 into the expressions of in
Table 6.2 and 6.4, respectively, we obtain the resulting expressions for under the aforementioned
limit, so that

8 @" .
32 0@B+ h b- 7°jhj2| - pl for F- h model,

= . ~ 6.86
2. @° 0 wip i (6.86)
T2 0@B+ h b- > jhjc - jmjc 1 - pl for F- b model.

Notice that (6.86) provides the constitutive relations for  identical to those provided by Kankanala
and Triantafyllidis (2004), who provide the current constitutive frameworks for s-MRESs.

As noted in Chapter 3, the condition b = 0 leads to the explicit expressions of the internal
variables h" and b" in terms of h and b, respectively. In contrast, in the effective F- h and F-
b models proposed in this chapter, one cannot express h' and b" explicitly in terms of h and b,
respectively, from (6.38), and (6.81), by setting b" = 0and h" = 0, respectively. Thus, an effective
soft magnetic model cannot be put forth explicitly from the proposed hysteretic effective models.
That's why the homogenization-based effective model of Lefévre et al. (2017) is associated with the
solving a nonlinear transcendental equation (5.10), which takes an identical form to (6.38) ,, once we
substitute b" = 0 into it.

6.4 Results: assessment of the macroscopic models

The proposed F- H, F- h,F- B and F- b-based macroscopic models are now probed against the nu-
merically computed effective responses. The macroscopic model responses are computed following
a similar two step numerical computation procedure for the dissipative constitutive response. First,
we update the intermediate internal variables H' and B" by employing directly the fully-implicit
radial-return-type scheme given in Algorithm 4.1. In contrast, we employ an incrementally objective
radial-return algorithm (Hughes and Winget, 1980) in order to update the Eulerian internal variables
h" and b", whose evolution equations are given in terms of their Green-Naghdi rates. Subsequently,
the macroscopic stress and primary magnetic elds are computed from the constitutive relations
provided in Table 6.2 and 6.4. The resulting magnetostriction components are then computed from
the macroscopic stress boundary conditions (4.84) or (4.85), depending on the loading path. Notice
from (4.84) and (4.85) that, some of the shear components are blocked in order to prevent any rigid
body rotations during the loading/unloading.

As observed in Chapter 5 and in the development of the models, we notice that the effective
magnetization response require no further tting of the model parameters. Rather, the coupling
coefcients Hrand B forthe F- H (or, equivalently F- h)and F- B (or, equivalently F- b) models
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are estimated via tting the resulting magnetostriction response to the numerically computed average
response as shown in Fig. 4.11. Next, the tted model is assessed against the computed effective
responses under a number of non-proportional magneto-mechanical loading paths.

In the following, we represent all the FE computed responses by discrete points, whereas the F- H
and F- B model responses are shown by continuous solid and dashed lines, respectively. Notice that
the equivalent F- h and F- b models yield identical results to their Lagrangian counterparts and
hence, are not shown explicitly in the following plots for brevity. Moreover, the model responses are
shown only for the purely incompressible cases.

6.4.1 Proportional cyclic magnetic loading

The tting is performed via considering a proportional cyclic loading pattbas shown in Fig. 4.9b.
Here neglect any shear component and assume a form of F so that F = i3=1 ie €,ie.,onlyin
terms of the principal stretch components, where e; are the unit vectors associated to the reference
coordinates system X.

The coupling parameters " and B are estimated subsequently, by tting the macroscopic
parallel effective magnetostriction ;- 1 to that computed via the FE simulations. We employ the
Isqcurvefit algorithm of MATLAB (2017) to nd the optimal coupling parameters Hrand  Br,
which are estimated for three particle volume fractions, namely, ¢ = 0.1, 0.2 and 0.3, and a matrix
shear modulus G,, = 0.5 MPa. We subsequently t smooth quadratic polynomials that provides the

parameters ™" and B as a polynomial in ¢, such that
Hr = 185¢%- 102c+ 1.67  and Br = 180c%- 9.8c+ 1.58, (6.87)

respectively. Notice that the last expressions for M and B are valid for G,, = 0.5 MPa and may
be modi ed for the other G, values. Nonetheless, a variation in these coupling parameters does not
alter the qualitative nature of the magnetostriction responses.

Figure 6.4 shows a set of tted model responses along with the numerical homogenization es-
timates for ¢ = 0.1 (a-c), 0.2 (d-f) and 0.3 (g-i). We note that the effective hysteretic magnetization
responses, which remain insensitive to the parameters " and B, at least under the proportional
loading path, are predicted suf ciently well by both the F- H and F- B models for all three c values
(see Fig. 6.4a, d and g). As shown in Fig. 6.4b, e and h, the modeled effective parallel magne-
tostriction ;- 1 ts perfectly to the corresponding numerical homogenization results. Moreover, the
Fig. 6.4c, f and i show that the transverse magnetostriction components ,- 1and 3- 1are modeled
perfectly by the proposed macroscopic framework. Notice that, due to the perfectly incompressible
constituents, the transverse magnetostriction components obtained from the proposed macroscopic
models are equal, given by , = 3 = 1= ;. Nonetheless, the numerically computed transverse
magnetostriction components exhibit minor differences between ,- 1and 3- 1, which can be at-
tributed directly to the compressible (near incompressibility is imposed only by setting G2 = 100G,)
constitutive models in the numerical computations.

The effect of ¢ on the effective responses are depicted in Fig. 6.5. Here we show only the F- H
and F- B model responses and drop the computed effective responses for brevity. Notice that, in
spite of being dissipative and path-dependent, the c-dependence of the effective responses resemble
closely to the non-dissipative effective responses of s-MREs. In particular, the effective maximum
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Figure 6.4: Comparison of the tted F- H (solid lines) and F- B (dashed lines) model responses under pro-
portional cyclic loading along e; with the corresponding numerical homogenization response (discrete points).
The effective magnetization (a,d,g), parallel (b,e,h) and transverse (c,f,i) magnetostrictions are compared for
three different particle volume fractions c¢ = 0.1 (a-c),0.2 (d-f) and 0.3 (g-i).

magnetization is observed to be approximately proportional to ¢ (see Fig. 6.5a), whereas a nonlinear
c-dependence of the maximum magnetostriction at jh;j=m> = 3.0 is observed in Fig. 6.5b and c. Since
the local magnetization never saturates, but rather maintains a constant slope of © in the hard-

magnetic particle phases, the effective magnetization and magnetostriction responses in Fig 6.5 do

not exhibit any saturation. Nevertheless, one can compare the magnetization and magnetostrictions
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Figure 6.5: F- H (solid lines) and F- B (dashed lines) model (a) magnetization and (b) parallel and (c)
transverse magnetostriction responses under proportional cyclic loading along e; for three different particle
volume fractions ¢ = 0.1, 0.2 and 0.3.
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Figure 6.6: Variation of the maximum (a) magnetization, (b) parallel and (c) transverse magnetostrictions with
¢ (0.0 < c 6 0.3) under a proportional loading cycle having amplitude
estimates (discrete points) along with the F- H (solid lines) and F- B (dashed lines) model predictions.

under the applied maximum  jhyj=m3

jh1j=m3 = 3.0. Numerical homogenization

3.0 to have a notion of their dependence on c.

The variation of the effective m; and the magnetostriction components with ¢ are shown in
Fig. 6.6, where the effective elds are computed at an applied h;=mg = 3.0 during the rst loading

cycle from 0 to 3. We note from Fig. 6.6a that, unlike the s-MREs, m;=mg is not equal to ¢ and is
directly proportional to ¢ with a certain constant of proportionality, which is > 1. This observation
is a direct consequence of the non-saturating effective magnetization response, while a perfectly sat-
urating effective magnetization maintains a constant of proportionality to 1. The maximum parallel
and transverse magnetostriction components, on the other hand, exhibit a nearly quadratic variation

with an increasing c up to a particle volume fraction ¢ = 0.3. We observe from the numerical ho-
mogenization estimates for s-MREs that the effective magnetostrictions start decreasing for ¢ > 0.35
(Danas, 2017). However, this range of volume fractions with ¢ > 0.3 is not investigated explicitly in

the present study. Thus, it is emphasized to regard the tting parameters in (6.87) only for the range
of 0 < c 6 0.3. Re-calibration of the coupling parameters are recommended for the h-MREs having
c > 0.3. Nonetheless, most of the h-MRESs in practice have a particle volume fraction in the range of
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0.056 ¢ 6 0.3 (Kim et al., 2018; Zhao et al., 2019), which is investigated in this study.

6.4.2 Non-proportional magneto-mechanical loading of h-MREs with ¢ = 0.2

Next, we probe the proposed F- H and F- B model predictions against the numerical homoge-
nization computations under non-proportional magneto-mechanical loading paths. The boundary
conditions are kept identigal to that in the RVE computations, given by (4.85). The specic form of F
is now chosen to be F= f’:l e e+ 1261 6.

We note from several experiments that the magneto-mechanical responses of a pre-magnetizedh-
MRE sample are particularly of interest in most of the applications (Kim et al., 2018; Zhao et al., 2019).
Thus, here we choose to probe the performance of the proposed models when a pre-magnetized
h-MRE is subjected to various mechanical, magnetic and magneto-mechanical loadings. The pre-
magnetization process remains identical in all the results herein. We pre-magnetize the RVE from
the initial state of zero magnetization up to its saturation by applying the magnetic eld hy; = hie;
having magnitude jh;j=mg = 3.0. This applied eld is subsequently removed steadily at the same rate
of its application, thus leading to a remanent magnetization in the h-MREs. The magnetization and
magnetostriction responses under this initial magnetization loading step looks identical to the rst
qguadrants of (6.6)a-c.

Speci cally, here we choose to work with a h-MRE having particle volume fraction c¢ = 0.2 and
three distinct matrix shear moduli, namely G,,= 1.0, 0.5 and 0.3 MPa. The material parameters related
to the magnetic particle phase “p” remains identical to that in Table 3.3a, whereas the coupling
coefcients " and B are considered to be de ned by (6.87). Note that the optimal ™ and

B" may vary for the matrix shear moduli G, = 1.0 and 0.3 MPa. Nonetheless, such variations are
not expected to be drastic in these two cases. Hence, we choose to work with the same " and

Br as in (6.87) for all three matrix shear moduli. Moreover, it would be observed in the subsequent
investigations that these coupling constants play minimal roles in altering the model responses under
such non-proportional loading conditions.

First, we investigate the effects of mechanical tension and simple shear on the pre-magnetized
h-MRE and also probe the model performance under these loading conditions. The effect of non-
proportional magnetic loading perpendicular to the pre-magnetization direction will be investigated
subsequently. Finally, we will investigate the effect of the simultaneous magneto-mechanical loading
paths on the response of the h-MREs.

Effect of mechanical tension : A mechanical tension is applied on the pre-magnetized h-MRE
along the e, direction, such that S;%5 = S, with a maximum magnitude of G, while setting
Sif5 = 0 and all the other mechanical stress and displacement boundary conditions are considered
to be given by (4.85), and (4.85),, respectively. As shown in the inset of Fig. 6.7a, the loading and
unloading path is considered to be a simple linear increase of Sis" from 0to G, and its subsequent
linear decrease to0. The resulting model and homogenization responses in terms of the mechanical
stretch , and the magnetizations along the e; and e, directions are shown in Fig. 6.7a, b and c,
respectively. Notice that, for this speci ¢ case, the numerical results for the effective responses are
already shown in Fig. 4.14a-c, while the deformed RVEs under Sj5°" are depicted in Fig. 4.14d-f.

We observe excellent agreement between the numerical homogenization computations and the
proposed F- H and F- B models in all the responses, shown in Fig. 6.7. The model predictions for
the transverse stretches , and 3 also match perfectly the numerically computed responses. These
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Figure 6.7: Evolutions of (a) mechanical stretch , and magnetizations along (b) e; and (c) e, under applied
uniaxial tensile stress SJ5°", whose loading path is shown in the inset of (a). The inset of (c) shown a schematic
of the h-MRE with the direction of pre-magnetization m©° and the applied uniaxial tension.

comparisons are not shown explicitly for brevity. Note that the stretch-independence of the current
remanent magnetization mP is captured perfectly by the proposed models. Again, this feature is
a direct consequence of the de ning Lagrangian independent remanent variables in a stretch-free
intermediate con guration, as shown in Fig. 6.2 and 6.3.

Effect of simple shear : We now apply a simple shear stress Sj°f5 = S[5°" along the direction e;
on the surface having an unit normal along e, while considering Sp*%5 = 0 and all other mechanical
boundary conditions given by (4.85) ; and (4.85),. The loading path is shown in the inset of Fig. 6.8a,
which is identical to the uniaxial tension case, but now in a different direction on the surface having
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Figure 6.8: Evolutions of (a) shear strain 1, and magnetizations along (b) e; and (c) e, under applied simple
shear stressSjs°", whose loading path is shown in the inset of (a), which also show a schematic of the h-MRE
with the direction of pre-magnetization m©° and the applied shear.

unit reference normal along e,.

We observe excellent agreements in Fig. 6.8a, b and c, between the model predictions and the
numerical homogenization computations for the effective shear strain 1, effective magnetizations
along e; and e,, respectively, which are previously shown in Fig. 4.16. Also, the inset of Fig. 6.8a
ascertains the fact that the applied simple shear stress rotates the current magnetization.

Non-proportional magnetic loading along e, : Next, the effect of applied non-proportional mag-
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netic loading, perpendicular to the direction of the pre-magnetization is investigated. As shown in
the inset of Fig. 6.9a, the loading/unloading path remain a simple ramp-type linear increase/decrease
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Figure 6.9: Evolution of the magnetization components along e; (a,d,g) and e, (b,e,h) and the induced shear

strain

12 (c,f,i) under applied non-proportional magnetic loading (inset of b) of a pre-magnetized

h-MRE

along e; (inset of ¢). Effect of three distinct G, namely, G, = 1.0 (a-c), 0.5 (d-f) and 0.3 (g-i) MPa on the
effective magnetization components and induced shear strain.

from a zero applied eld to h, = 3m; and vice-versa. In a similar note to the previous two cases,

h-MREs with a particle volume fraction c¢ = 0.2 and three different matrix shear moduli,

Gm = 1.0,

0.5 and 0.3 are considered herein. For this particular case, the applied mechanical stress S;%; and
Sifs considered to be zero, while the other mechanical stress and displacement conditions remain

identical to the preceding two cases of applied tension and shear.

Since all the shear degrees of freedom on the surface with reference unit normal along e, are left
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free, the applied non-proportional loading readily induces an average shear strain along direction 1,
namely 1., in the RVE due to the rotation of the microscopic hard magnetic particles. The evolution
of the magnetization components along e; and e, along with that of the induced shear under applied
h, are shown in Fig. 6.9. Unlike the preceding two results involving mechanical tension and shear of
a pre-magnetized h-MRE, here we observe a strong dependence of the resulting magneto-mechanical
responses onG,, First, we notice from Fig. 6.9¢, f and i that the induced shear strain increases with
the decreasing shear modulus of the matrix. Furthermore, the magnitude of the induced shear strains
are one to two orders higher than those of the magnetostrictions under a proportional loading, as
observed in Fig. 6.4. The last observation suggests that the effect of particle rotations under non-
proportional magnetic loading induces way more magneto-mechanical coupling than the simple
particle rearrangements under the proportional loading paths. That is why most of the soft robotic
applications of h-MREs exploit its large de ections under non-proportional magnetic loadings (Kim
et al., 2018; Zhao et al., 2019). We also note from the numerical homogenization computations that,
under this non-proportional loading condition, the scale of variations in the magnetostriction stretch
components ; (i = 1- 3) remain less than 10 2. Being signi cantly smaller, such variations do not
play signi cant roles in the macroscopic response of the h-MREs under the non-proportional loading
paths. These variations in ; are not shown in this text for brevity.

Both the F- H and F- B model predictions agrees very well with the computed effective re-
sponses, specially for the more stiff h-MRESs having G,,> 0.5 MPa. The predicted effective magnetiza-
tion and shear responses, however, start differing from the numerical computations for the relatively
softer h-MRE with G, = 0.3 MPa. To further investigate on this disparity, we plot the relative error in
the magnitude of the predicted magnetization and the predicted direction of the magnetization with
respect to the numerical homogenization estimates in Fig. 6.10 b and c. In particular, we observe from
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2 2 'I “ Tg o0 —_— —
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Figure 6.10: (a) Non-proportional loading path, (b) relative difference between the computed and model
predicted magnitudes of m and (c) angle (in an absolute sense) between the computed and the model-predicted
effective magnetizations.

Fig. 6.10b that, the relative error in the predicted magnitude of m remains below 3% during most
of the loading/unloading. On the other hand, Fig. 6.10c shows that the absolute difference between
g and  mece' becomes signi cant at the initiation of the non-proportional loading and during the
unloading. Here the angles 4 are considered simply to be the angle with the reference X; axis and
therefore, are computed simply via 50 = tan™ 1(my=my).
Such increasing difference between the predicted and computed directions of the effective m,
while their magnitudes match signi cantly well, is therefore solely due to the  non-af ne particle
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rotations in the microstructure. Evidently, the extent of these non-af ne rotations increase with the
decreasing G,, thus, leading to more disparity between the model predictions and the numerical
homogenization estimates. Nonetheless, the predicted induced shear strain responses for G, = 0.3
MPa in Fig. 6.9i have a qualitative agreement in terms of their similar evolutjon patterns.

Figure 6.11 shows a number of representative contour plots of the local b, elds in the composite
at various loading instants, indicated by (I), (Il) and (lll) on Fig. 6.10a. Evidently, the deformed
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Figure 6.11: Contours of the numerically computed local b, elds in a deformed mesh at the load-
ing/unloading instances (I) (a,d,g), (I) (b,e,h) and (1) (c,f,i) as indicated in Fig. 6.10a. Contours are shown for
three different matrix shear modulus, namely, G, = 1.0 MPa (a-c), 0.5 MPa (d-f) and 0.3 (g-i).

con gurations in Fig. 6.11 show a greater extent of induced shear in the RVEs with softer matrix (cf.,
Fig. 6.11b and h), which are in accordance with the effective responses in Fig. 6.9. Furthermore, visual

142



6.4. Results: assessment of the macroscopic models

inspections of the individual particles in Fig. 6.11b, e and h clearly show an increasing tendency of
non-proportional particle rotations. Even if the deformed con gurations in state (lll), i.e., Fig. 6.11c, f
and i look identical, the directions of the local magnetization in the particles differ considerably. This
is due to the higher extents of non-af ne particle rotations in the softer matrix ( G, = 0.3 MPa) during
the initial non-proportional loading cycle, as shown by the initial bump in the non-af ne rotations in
Fig. 6.10c.

In other words, the magnetization of h-MREs along the direction of non-proportional magnetic
loading is results from two competing mechanisms: rst, the particle rotations in the soft elastomer
matrix and second, the magnetic switching in the particles. As shown in Fig 6.10c, during the initial
non-proportional loading, the particles are more susceptible to undergo rotations in order to align
themselves with the applied h- eld, thus, inducing an overall shear strain 15 in the RVE. Moreover,
the tendency of the particles to undergo additional non-af ne rotations increases with the decreasing
G Nevertheless, both af ne and non-af ne particle rotations are hindered by the elastic restoring
torques, exerted by the matrix. Such hindrance to the (af ne and non-af ne) particle rotations in-
crease with the increasing G,, leading to smaller induced 1, and also lesser non-af ne rotations (see
Fig. 6.10c). Eventually, the magnetic switching mechanism wins over the particle rotations at higher
applied elds and consequently, the induced shear start saturating or having a more subtle rate of
increasing (see Fig. 6.9¢c, f and i). Also, we observe negligibly small non-af ne particle rotations in
Fig. 6.10c during the later part of the loading half cycle, when the magnetic switching mechanism
dominates in the process of rotating the average m.

During the unloading, on the other hand, no magnetic switching takes place. Nonetheless, be-
cause of the elastic restoring torques, the rotated particles start coming back to their initial position
while the applied magnetic eld h, is removed gradually. Consequently, the induced 1, vanishes
upon the removal of the applied h, (see Fig. 6.9¢, f, i and Fig. 6.11c, f and i). In addition, the particles
also undergo non-af ne rotations while restoring back to their initial positions, in order to compen-
sate for their non-af ne rotations during the initial part of the loading half cycle. Consequently, this
leads to the disparity between numerical homogenization and the af ne rotation-based F- H and
F- B model predictions, speci cally signi cant in Fig. 6.9g and h.

Simultaneous mechanical shear and non-proportional magnetic loading : We now investigate
the effect of applied mechanical shear simultaneously with the non-proportional magnetic loading,
whose loading path is considered to be the same as in Fig. 6.9a (inset). The mechanical shear loading
path is considered to be identical to Fig. 6.8a (inset). Here we use the same RVE as shown in Fig. 6.11
for the FE computations, now with an applied shear stress S} = S{5*". In addition, we set S5 = 0
and all the other macroscopic stress and displacement conditions are considered to be given by (4.85)
and (4.85),, respectively.

The resulting coupled magneto-mechanical responses forc = 0.2and G, = 1.0, 0.5and 0.3 MPa are
compared with the corresponding FE computations in Fig. 6.12. In particular, Fig. 6.12a, b, d, e, g and
h show the same feature observed in the previous case of non-proportional magnetic loading, that is,
the af ne rotation models predict the m; and m, components better for relatively stiff matrices, even
though, the magnetization responses are not identical to those in Fig. 6.9 due to the simultaneously
applied shear stress SJse".

The resulting shear strain 1, evolves, however, in a different way in this case again due to the
applied shear stress S[5®". As shown in Fig. 6.12c, f and i, the resulting 1, increases with the applied
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Figure 6.12: Evolution of the magnetization components along e; (a,d,g) and e, (b,e,h) and the induced shear
strain 15 (c,f,i) under applied non-proportional magnetic loading (inset of b) of a pre-magnetized h-MRE
along e; (inset of ¢). Effect of three distinct G,, namely, G, = 1.0 (a-c), 0.5 (d-f) and 0.3 (g-i) MPa on the
effective magnetization components and induced shear strain.

S5°"=Gy and hp=m; in an irreversible path, such that the unloading path becomes different from the
loading path. Notice that such irreversibility increases with the increasing softness of the matrix,
i.e., for a decreasing G, while for all three G,, values under consideration, the model predictions
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for 1, match perfectly with the FE computations. For comparison, the purely mechanical shear
loading/unloading response is shown in Fig. 6.12c, f and i by the red dashed line. We observe that
the shear resistance of the material along the direction e; increase substantially under the applied
magnetic load h1=m§, specially for G,, = 0.3 MPa. Such increase in the shear resistance, however,
becomes less signi cant for the stiffer h-MRESs, as observed in Fig. 6.12c and f. This effect can be
attributed directly to the extent of induced shear, shown in Fig. 6.9c, f and i for different G, values,
where we observe that the effect of induced shear increases with the decreasing G, Thus, the path-
dependent induced shear imposes the path-dependence in the present case as well. Hence, since the
amount of induced shear is greater for G, = 0.3 MPa, we observe a greater shift of th% computed
12 from the pure mechanical shear response in Fig. 6.12i. In this regard, we show the b, contours
in the deformed RVE in Fig. 6.13, where the results for all three G, are shown. Evidently, we see a

(a) Gy = 1.0 MPa (b) G = 0.5 MPa (0 Gy = 0.3 MPa
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Figure 6.13: Contours of the numerically computed local b, elds in a deformed mesh at the loading instance
h,=m> = 3.0 and S[5"

relatively less amount of overall shear for G,,= 0.3 MPa in Fig. 6.13c, as compared to Fig. 6.13a, i.e.,
for G,= 1.0 MPa.

Again, the difference between the computed and model-predicted m; and m, components in
Fig. 6.12a, b, d, e, g and h can be attributed directly to the non-af ne particle rotations in the matrix.
Thus, we plot the relative error in the computed and predicted magnitudes jmj and the angle between
computed and predicted m vectors in Fig. 6.14b and Fig. 6.14c, respectively, while the loading path
for h, and S;, are shown in Fig. 6.14a. We note that the qualitative nature of the relative error
in jmj and the angle between the m vectors remain identical to those shown in Fig. 6.10b and c,
respectively. Notice from Fig. 6.14b that the relative error in the predicted jmj remains less than 5%
during most of the loading/unloading path. Moreover, the magnitude of  j 75 - moe'j remains nearly
the same as in the pure non-proportional magnetic loading case (c.f., Fig. 6.10c and Fig. 6.14c). Thus,
it can be inferred that the superimposed mechanical shear S{$°" do not affect substantiallthe extent
of non-af ne particle rotations in the matrix. This observation may play a crucial role in quantifying
the non-af ne rotations of hard-magnetic particles in a matrix under applied magneto-mechanical
loadings.

6.4.3 Non-proportional magnetic loading of h-MREs having other volume fractions

Finally, we probe the non-proportional magnetic loading responses of the proposed F- H and F-
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Figure 6.14: (a) Non-proportional loading path, (b) relative difference between the computed and model
predicted magnitudes of m and (c) angle (in an absolute sense) between the computed and the model-predicted
effective magnetizations.

B models for two other volume fractions, namely c¢ = 0.1 and ¢ = 0.3 under the same boundary
conditions as de ned for ¢ = 0.2. The results are shown in Fig. 6.15 and 6.16, respectively, forc = 0.1
and 0.3, where three distinct matrix shear moduli, namely, G,,= 1.0, 0.5 and 0.3 MPa are considered.
Both, Fig. 6.15 and 6.16 exhibit qualitatively similar features to those observed in Fig. 6.9 for ¢ = 0.2.
Thus, the proposed models are found to predict the material behavior considerably well for all
volume fractions c¢ 6 0.3 and the matrix shear moduli G,,> 0.3 MPa.

Of interest is to investigate the effect of particle volume fractions on the overall non-af ne rotation
of the particles, which is shown in Fig. 6.17. Here we plot the absolute value of the angle between the
computed and predicted m for three volume fractions ¢ = 0.1, 0.2 and 0.3 for the matrix shear moduli
Gn= 10, 05and 0.3, in Fig. 6.17a, b and c respectively. We notice from Fig. 6.17 that the extent of
non-af ne particle rotation decreases with the increasing c, irrespective of the matrix shear modulus
G, Such an observation is quite intuitive since a higher c indicates more closely packed particles in
the matrix (see Fig. 4.4), which hinders the tendency of the particles to rotate in a non-af ne way, that
is different from the macroscopic RVE rotation R. Moreover, notice that the amount of maximum 15
for c = 0.3 and G,,= 0.3 MPa in Fig. 6.16i is nearly the same as that obtained for ¢ = 0.2 in Fig. 6.9i,
although, the maximum 1, is considerably less for ¢ = 0.1 and G,, = 0.3, as shown in Fig. 6.15i.
However, the extent of non-af ne particle rotation is less for ¢ = 0.3 as compared to c = 0.2 (see
Fig. 6.17c). Consequently, we observe a better agreement of the computed results with the proposed
af ne rotation-based models for ¢ = 0.3 and this agreement becomes less with the decreasingc.

6.5 Concluding remarks

In this chapter, we propose a set of F- H and F- B-based constitutive models for the h-MREs
in both Lagrangian and Eulerian settings by assuming af ne particle rotations in the underlying
microstructure. The key advantages of the proposed models are the following.

1. Thermodynamic consistency of the models are ensured by deriving the constitutive relations
from the localized Clausius-Duhem inequalities and employing further the generalized stan-
dard materials framework, which yields the evolution laws for the remanent internal variables.

2. The objectivity and material symmetry properties of the isotropic h-MREs are ensured by
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Figure 6.15: Evolution of the magnetization components along e; (a,d,g) and e, (b,e,h) and the induced shear
strain 15 (c,f,i) under applied non-proportional magnetic loading (inset of b) of a pre-magnetized h-MRE
along e; (inset of c). Effect of three distinct G,, namely, G, = 1.0 (a-c), 0.5 (d-f) and 0.3 (g-i) MPa on the
effective magnetization components and induced shear strain.

proposing the energetic and dissipation potentials in terms of the suitable invariants. Specially,
the current dissipation potentials are proposed in terms of the objective Green-Naghdi rate of
the internal variables. This rate is a direct consequence of the de nition of the Lagrangian
counterparts of these internal variables in a stretch-free intermediate con guration.

3. The proposed modeling framework inherently takes care of the magnetic body force and body
torque-like terms in a magneto-active solid by incorporating their effects in the total Cauchy
stress . Thus, no additional body force/torque like terms are required to be incorporated in
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Figure 6.16: Evolution of the magnetization components along e; (a,d,g) and e, (b,e,h) and the induced shear

strain

12 (c,f,i) under applied non-proportional magnetic loading (inset of b) of a pre-magnetized

h-MRE

along e; (inset of ¢). Effect of three distinct G,, namely, G, = 1.0 (a-c), 0.5 (d-f) and 0.3 (g-i) MPa on the
effective magnetization components and induced shear strain.

the local linear/angular momentum balance equations. The total
proposed modeling framework.

remains symmetric in the

The Helmholtz free energy associated with the proposed macroscopic models of the h-MREs are

considered to be an addition of three distinct contributions, namely the mechanical, magnetic
and coupling free energies. Among these, the mechanical and magnetic free energies are pro-
posed entirely in terms of the properties of the underlying constituents and the particle volume
fraction c. Only one additional modeling parameter is introduced in the coupling energy term,
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Figure 6.17: Comparison of the non-af ne overall particle rotations j {5,- mes® j under non-proportional mag-

netic loading along e,, as de ned in Fig. 6.10, for three distinct particle volume fractions c¢ = 0.1, 0.2 and 0.3

and three matrix shear moduli (&) G, = 1.0, (b) 0.5 and (c) 0.3 MPa. Time scale is irrelevant for the present case
of rate-independent constitutive models.

which is then estimated via tting the model predictions with the numerical homogenization
responses.

5. The proposition of equivalent F- H and F- B models along with their Eulerian counterparts
gives us the exibility in terms of framing the macroscopic boundary value problems with the
h-MREs. In this regard, it is noted that both Lagrangian F- H (Keip and Rambausek, 2016,
2017; Lefévre et al., 2017) andF- B (Danas, 2017; Psarra et al., 2017, 2019) models and also
the Eulerian F- b model (Zhao et al., 2019) are employed in solving the macroscopic magneto-
mechanical BVPs associated with the MREs.

6. The proposed models admit a number of limiting conditions and lead to the stress measures
as reported in the literature. Speci cally, in the limit of soft magnetic response, i.e., bS! 0, the
stress measures lead to those de ned by Kankanala and Triantafyllidis (2004) and the resulting
effective model response reproduce exactly the response from the analytical homogenization
model of Lefévre et al. (2017). Secondly, in the limitof ¢! 1, the proposed yields the classical
de nition of the total by Robinson (1975) in the context of metallic permanent magnets.

The model responses both under proportional and non-proportional loading paths show compre-
hensive agreements with the full- eld numerical homogenization estimates. Speci cally, the model
responses under the proportional magnetic loading and under the mechanical loadings of a pre-
magnetized h-MRE are in excellent agreement with the numerical homogenization results. The
non-proportional magnetic loading, however, leads to non-af ne particle rotations in the mechan-
ically softer h-MREs. This effect leads to the disparity between the numerically computed and model
predicted results, speci cally for G,,< 0.5 MPa. Nevertheless, the qualitative nature of the evolution
of the resulting mechanical and magnetic elds are predicted very well by the proposed models. The
model predictions become better with increasing c under non-proportional loading. In this context,
we observe that the extent of non-af ne particle rotations become less for a denser composite, while
the overall induced shear in the RVE remains of the same order.

In this regard, it is noted that the non-af ne particle rotations control the magnetization/ de-
magnetization responses of the softer, gel-like h-MREs having G,, 0.01- 0.1 MPa (Linke et al.,
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2016; Kalina et al., 2017). Of course, the proposed af ne rotation model cannot be applied readily
to model such highly compliant composites. Indeed, further augmentations to the proposed frame-
work are needed in order to take care of the high non-af ne particle rotations. Nonetheless, it is
noted that most of the practical applications of the h-MREs consider a relatively stiffer PDMS matrix
having G,, 0.25- 1.5 MPa. Moreover, such h-MRES, once permanently magnetized, are typically
subjected to high mechanical but no or very low magnetic elds (Kim et al., 2018; Zhao et al., 2019;
Sitti and Wiersma, 2020). Contextually, in the aforementioned loading regime, the proposed af ne
rotation model is observed to predict the microstructure response suf ciently well. Hence, it can be
employed readily to solve any magneto-mechanical boundary value problems.

Appendix 6.A. Expressions for

This appendix provides explicit expressions for  arising from the proposed F- h and F- b models,
in terms of the corresponding current magnetic and remanent variables along with the left Cauchy-
Green tensor B. In this context, Dorfmann and Ogden (2003, 2004) have shown that the total is
symmetric for the soft MREs via expressing it in terms of the current b and the right Cauchy-Green
tensor B. This appendix takes a similar route in order to establish the symmetry of  as de ned by
(6.15) for the h-MREs. Notice that, the total is symmetric due to the de nition of the equivalent
potential energy functions to be WH(C,H,H") w"(B,h,h") and WB(C,B,B") wP(B,b,b"). Here
we show the the explicit expressions for  can also be shown to be symmetric in its closed form.

F- h model : First, we derive the expression for  from the proposed F- h model. Prior to
expressing explicitly the full , we further simplify the remanent Maxwell stress " via expanding

maxw

the derivative @R=@. The fourth order tensor @=@ is given in terms of index notations via (Chen
and Wheeler, 1993)
h i

| 1 .

@F, detY

Substituting (6.A.1), into (6.16), we obtain the expression for =0 that reads

maxw

1
rem — _ TR Thr _ Thr Thr T
= JdetYR YR'b" YR'h'- YR'h" YR'D" F
— 2 T r r T
= JdetYRYR skw b" h" R R',
where = YU = UY is a symmetric tensor (follows from the de nition of Y in (6.A.1),) and skw( )

is the skew symmetric part of ( ). The tensorR RT in the last equation can further be decomposed
in the following form.
R RT = RUYRT = (RURT)(RYR") = VZ, (6.A.2)

where V = RURT is the right stretch tensor and Z = RYRT. It can be easily veri ed that Z can be
expressed in terms of V via (Chen and Wheeler, 1993)

Z=tr(V)l - V. (6.A.3)
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Thus, the expression for ™" now reads

maxw

e e=- ———=Zskw b" h'" VZ. 6.A.4

maxw \]detz ( )
Subsequently, the expression for the total in terms of the current magnetic and internal variables is
given via the constitutive relation (6.16) ,, so that

_2.@4, e
—B+ h b- Ethl

r r
7@ Zskw b" h" vz (6.A.5)

i 2
JdetZ

Here we assume no speci ¢ function for the free energy ", albeit its arguments are given in terms
of the invariants de ned in Table 6.1. Thus, the expressions for b and b", obtained, respectively, from
the constitutive relations (6.16), and (6.17),, such that

<

@" @" @" @"
b= oh- i 2=~ _Bh+ Bh' + 2= _h+ h' 6.A.6
Y Tey T eyt @ @i (©A0)
and ek @" e,  .e" .
b" =- Bh+2 Bh' + h+2 h" . 6.A.7
@ @)y @ghr Qg ( )
Subsequently, substituting (6.A.6) and (6.A.7) into (6.A.5) and simplifying we obtain
2, @" e ., @" @" @" .
== o B+ 355! @T (h h)B+ aF sym(h h")B+ o (h" h")B
@", @ @" ., @" ¢ "
- 5’ h 2 IiBh+ o Bh' 2@? h+ IIHrh + oh h-~201h12|
0 - @ ... @ " @ HOC

where we suppress the |, dependence of " for simplicity. Further simpli cation of (6.A.8) leads to

. . <

—~ @7H @ " @ ) r r r _ 0 @7H @ H
=9 2B 2l ¢ @TH’ B(h ”h)+ 2@ oF (r hB 2 h (2 o et
@" ., @ H r

Finally, the expression for in the incompressible decoupled model (6.29) can then be obtained from
(6.A.9), so that

h i
_ﬂ e _ r _ 70 .2 . 2 } e r i
“ - o= B+ i oL+ Oh (h- h)- JihPl - GE=Zskw - o1+ Y h) VZ- pl
Gm 0ua 2
A opzBt N b I+ o Zskw om h VZ - pl. (6.A.10)

To this end, the explicit expression for  is given by (6.A.9). However, the symmetry of  is not
straightforward to follow from (6.A.9). In order to prove the symmetry of , we simply perform
the skw( ) operation on both sides of (6.A.9). Furthermore, during the computation of skw( ), we
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employ the following lemma.

Lemma 6.A.1. AssumingLin to be the set of all linear transformations (tensors)Rh for any tensor
A 2 Lin de ned via

2
A= S5ZWVZ, (6.A.11)

whereW 2 Skw, V 2 SymandZ = tr(V)l - V, the skew-symmetric part &f is given byskw(A) = W.
Proof: The skew symmetric part of A is obtained from (6.A.11), so that

skw(A) = ﬁskw(ZWVZ): ﬁ ZWVZ - ZTVTWTzT = deltzz WV + VW Z, (6.A.12)

where we utilize the symmetry of V and Z and the skew-symmetry of W. Next, we expressV and
W in the eigenbasis e of V, such that (Chen and Wheeler, 1993)

X x X
V= VK€ € and W = Wpq €p € (6.A.13)
k=1 p=1g=1,p86q
Consequently, Z is expressed in terms of the spectral basise; via
PEIRD'E ¢
Z= Vi- V] § € (6.A.14)
ji=1 =1

Substituting (6.A.13) and (6.A.14) into (6.A.12) and simplifying we obtain

1 NI ¢ e ¢
SkW(A): B - @ r Vi -V Vi - Vg (VJ' + Vk)ij € (ST
j=1k=1k6j i=1 i=1
p=1 i=1
X e 1 " e “ ¢
= e S e Vi - Vi- Vic (Vi Vi)W g e
j=1k=1k6]j i=1 i=1
Vi -V Vi - Vic (Vi + )
i=1 i=1
x X
= Wik € € = W. (6.A.15)
j=1k=1k6]j

Hence, we note that Lemma 6.A.1 is a direct consequence of the Lemma 1 of Chen and Wheeler
(1993), which readsZ WV + VW Z = (detZ)W for all V, W and Z as de ned in the statement of
Lemma 6.A.1.

Thus, taking skw( ) on the both sides of (6.A.9) and employing Lemma 6.A.1 we obtain upon
simpli cation

* @H H * @H
skw( )=7° skw &HrB(hr h)+2grr (h" h")B - Toskw @%Hr (h h")
Ch er. .., @"
+ — skw o Bh+ 2ar Bh' + T h h' =o (6.A.16)
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Hence, it is proved that, any choice of " in terms of the isotropic invariants given in Table 6.1
leads to a symmetric . Nevertheless, as shown in (6.7), the very de nition of the current energy
function w" (B, h,h") leads to a symmetric  due to its equivalence with the reference potential energy
WH(C,H,H"). However, the symmetry of is not straightforward to observe from its de nition
(6.16) . Thus, this appendix shows explicitly the symmetry of for a fairly general choice of H.

F- b model ;. Similarly, the expression for  from the proposed F- b model can be obtained.
In particular, we consider the speci ¢ Helmholtz free energy B to be an explicit function of the
invariants de ned in Table 6.3. Consequently, the expression for  is obtained via substituting (6.A.1)
into (6.59), such that

20@B
) @B

where the primary h and remanent h" are given by the constitutive relations (6.60), and (6.61),,
respectively. Explicit expressions of these two elds reads

=_—B+h b- 20(jhj2-jmj2)l Zskw b’ h" VvZ, (6.A.17)

Jde tZ

@°® @°® @°® @°®
b+ b"+ 2=——Bb
@g @%Br @g + @gBr

and . ~
_ @°® @ B @°® @°®
h" =- o @?Brb +2 oF b" + @ngBb + Z@Er Bb" , (6.A.19)
respectively. Substituting (6.A.18) and (6.A.19) into (6.A.17) we obtain the expression for  explicitly
in terms of various tensors involved, so that

h= 7b+ od 2——

Bb' (6.A.18)

_20 .@B @ @B @ 0 P @B )
‘T @715 J@I 2F gsym (b b)B +J2 5 Sym (b b")B +§@gBj(b bB)
B B
@gr(br Bbr) + fb b- -9 jhj%- im? 1+ oJ 2@@£b b+ @gBr b
B B B
) ﬁz skw @EBr b+ @gar b Bb+ Z@Er b" Bb" VZ. (6.A.20)

One can eventually show that the skew part of the expression for  in (6.A.20) vanish identically.

Appendix 6.B. Derivatives of 15H", |HH" |BBr and 1EBr with respectto C

Computation of the rst Piola-Kirchhoff stress in a Lagrangian setting from the constitutive relation
(6.6), is performed via nding the derivative of (6.40) with respect to C. Similar to (6.A.8), the
computation of S is involved with computing the derivatives of the invariants in Table 6.1 with
respect to C. In this regard, it is noted from Table 6.1 and 6.3 that the derivatives of all the invariants
therein with respect to C are straightforward except the mixed invariants 15H", [HHr BB gnd | BBr
which are the functions of C*2 and C- 172, respectively. This appendix is, therefore, devoted towards
providing the C derivatives of I1H" [HHr BB and |88,

In this context Hoger and Carlson (1984) provide explicit expressions for d C'*2=dC, which is
derived from the solution of the tensor equation having a general form AX + XA = Q. Thus, the
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derivative of 14H" with respect to C is computed via rst considering the scalar equation
ct?c¥™ :symH H")=C:symH H). (6.B.1)

Differentiating both sides of the last equation with respectto C yields

@
@

which can be rephrased such that

@

C¥¥2 Z[C¥2 : sym(H H"N)]+ @[Clzz csym(H HN]C¥™ =sym(H H"), (6.B.2)

C1:2 @THr @THr
@ @

having the same general form of AX + XA = Q. The solution to (6.B.3) is thus given by (Hoger and
Carlson, 1984)

C¥ =symH H"), (6.B.3)

IIHr n o

- |1c sym(H H')C- 12 Csym(H H")C¥+C¥2sym(H H')C +
n 0
(l1l2- 1) Csym(H HY)+sym(H HNC +(f+15)C2sym(H  HN)C2-

121, C¥2sym(H H")+symH H"CY¥ + 1213+ (I4lo- 13)l; sym(H H'), (6.B.4)

where |4, |, and |3 are three principal invariants of C'*2 and = 8(I1l» - I3)l3. Notice that @TH' =@
is symmetric.

Next, the derivative @E‘Hr =@ is computed via considering the scalar equation
cCPCc¥.symH HY)=Cl:symH H"). (6.B.5)
Differentiating both sides of the last equation with respectto C yields

o FZ@%[C =2 sym(H Hf)l+£[0 2 isymH HOIC ' =symH H'),  (6.B.6)

which can be rephrased such that

c =2 7@g|Hr + 7yHr cC¥2=_Clsym(H H"C!? (6.B.7)
@ @ '
having the same general form of AX + XA = Q. The solution to (6.B.7) is thus given by (Hoger and
Carlson, 1984)
@Emr 4 h n o]
& - 1,C 2sym(H H")C 2- (I)> C2sym(H H")C ¥2+C *2sym(H H")C 2 +
n o]
(I11,- 13) C2symH H"C '+ C lsymH H"C 2 +f(,)3+ I, 32

n 0
symH HNC 32- (1,21, C 32sym(H HN)C L+ C lsym(H H')C 32 +
n 0 i
()20 + (I41,- I)l, C lsym(H HM)C !, (6.B.8)
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where 1,, |, and I, are three principal invariants of C- 12 and = 8(I;1, - 13)l5. Notice that
@fH" =@ is also symmetric.
Similarly, the expressions for @§2'=@ and @§®'=C are given by

@8 1 ash n 0
& =3B C 1=2gr+ =~ ;,Csym(B B')C- 12 Csym(B B")C¥ + C*¥sym(B B')C +
n 0
(I112- 13) Csym(B B")+sym(B B")C + (I3+135)C¥sym(B B")C'*2-
n 0O n o] [
121, C¥2sym(B B')+sym(B B")C¥2 + [2I3+ (I1l2- I3)l, sym(B B") (6.B.9)
and
Br h n
@ %B C 2B+ B CI2B" + P l,Csym(B B")C- 12 Csym(B B")C¥
@ 0 n 0

+ C¥2sym(B B")C + (I1lo- I3) Csym(B B')+sym(B B")C

n 0

+ (13 + 13)C¥2sym(B B")C¥ - 2], C¥™sym(B B')+sym(B B")C!™2
n 0 [

+ 12l3+ (I112- 13)l, sym(B B'), (6.B.10)

respectively, where the invariants 11,1,,13 and are the same as de ned in the context of equation
(6.B.4). Again, we verify that both @EB'=@ and @gB'=C are symmetric.
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I :
I Conclusion

In this chapter, we rst summarize the key outcomes of the thesis, and speci cally, the important
features of the proposed microstructurally-guided constitutive models. This will be followed by a
potential de nition of the future avenues that can be initiated from the outcomes of the presented
work.

7.1 Concluding remarks

With the increasing number of applications of the s- and h-MREs in soft robotic devices (Kim et al.,
2018; Sitti and Wiersma, 2020), sensors (Kaidarova et al., 2018) and actuators (Zhao et al., 2019),
the need for ef cient yet straightforward macroscopic constitutive models becomes paramount. In
this context, this work provides explicit macroscopic constitutive models for the s- and h-MREs in
the F- H, F- h, F- B and F- b variable spaces, which can be readily implemented in a general
incremental nite-element setting.

The well-known balance laws for the total Cauchy stress and the Eulerian h and b elds
(Kankanala and Triantafyllidis, 2004) and the total rst Piola-Kirchhoff stress S and the Lagrangian
magnetic elds H and B (Dorfmann and Ogden, 2004; Steigmann, 2004) are derived in Chapter 2,
along with the localized Clausius-Duhem inequalities for the F- H, F- h, F- B and F- b-based
constitutive models. We note that the localized Clausius-Duhem inequality reads differently de-
pending on the de nition of the independent primary variable ( H/ B) and the con guration (refer-
ence/current). We avoid de ning the macroscopic stress and magnetic eld balance laws in the in-
termediate con gurations. This is because such de nition may lead to non-familiar stress measures.
Thus, in contrast to Rosato and Miehe (2014), we do not work with the intermediate constitutive
laws for the work conjugates (i.e., stress) of the primary variables (i.e., displacement). Rather, the
constitutive laws for the stresses and the conjugate magnetic elds are derived in either the refer-
ence or the current con guration from the respective Clausius-Duhem inequalities by employing the
Coleman-Noll-Gurtin (Coleman and Noll, 1959; Coleman and Gurtin, 1967) method.

Even though the non-dissipative, saturation-type constitutive models for the iron particles are
employed widely in the literature in both F- H (Keip and Rambausek, 2016, 2017; Lefevre et al.,
2017) andF- B (Danas, 2017; Psarra et al., 2017, 2019) models, the dissipative constitutive models for
the hysteretic magnetic response of the NdFeB particles are not so well-known. Thus, in Chapter 3,
we propose two equivalent, rate-independent constitutive models in terms of considering both h and
b to be the primary variables. These models resemble closely to the “switching surface” models,
which are mostly employed in the context of ferroelectric switching (Huber et al., 1999; Huber and
Fleck, 2001; McMeeking and Landis, 2002; Landis, 2002; Klinkel, 2006; Linnemann et al., 2009; Miehe
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et al.,, 2011; Rosato and Miehe, 2014). Moreover, the non-dissipative saturation-type response is
shown therein to be a special case of the proposed hysteresis models. This observation becomes
crucial in inferring the limiting responses of the h-MRE models in the later sections. The constitutive
model for the matrix phase, on the other hand, is considered to be a simple 1,-based Neo-Hookean
model, which is typically employed in the modeling of MREs (Ponte Castafieda and Galipeau, 2011,
Galipeau and Ponte Castafieda, 2013; Danas et al., 2012b; Danas, 2017; Lefévre et al., 2017; Psarra
etal.,, 2017, 2019).

Given the constitutive models for the particle and matrix phases, the proposition of an incremen-
tal numerical homogenization framework in Chapter 4 is developed following the earlier works on
the numerical homogenization of mechanical elasto-plastic composites by Miehe (2002) and Miehe
et al. (2002). The aforementioned articles rst propose an incremental potential energy for its con-
stituents and then homogenize them to obtain an effective incremental energy at a given time in-
crementt+ t . It is noted that, unlike the non-dissipative composites, both the local and effective
incremental potentials are history-dependent in terms of their explicit dependence on the microscopic
internal variables. Furthermore, the numerical homogenization for the coupled magneto-mechanical
composites require additional augmentation in the macroscopic (global) variational principle, so that
the macroscopic boundary and shape effects are not taken into account (Danas, 2017). A detailed
account on the fully Lagrangian, F- H model-based nite-element implementation of the incremen-
tal homogenization framework is provided in Chapter 4. This framework can also be utilized in a
general macroscopic boundary value problem, of course, after certain modi cations.

The non-dissipative homogenization problem for the iron particle-lled s-MREs are shown in
Chapter 4 to be a special case of the general incremental homogenization problem. In fact, for the
limiting case of zero particle coercivity, i.e., b5 = 0, we recover exactly the de nition of the non-
dissipative homogenization problem for s-MREs given by Lefevre et al. (2017) in the Lagrangian
F- H setting. Hence, our work generalizes the numerical homogenization problem for the MREs
in a broader area of hard-magnetic constituent phases, whose limiting cases, in turn, yield the well-

known de nition of the homogenization problem for the  s-MREs.

Even though the analytical homogenization model of Lefevre et al. (2017) for the isotropic s-
MREs yields comprehensively good macroscopic responses as compared to the numerical compu-
tations, it is implicit, i.e., requires additional algebraic equations to be solved during the numerical
computations of the macroscopic response. A set of alternative, fully-explicit, F- H and F- B-
based constitutive models are therefore proposed for the s-MREs in Chapter 5. These models are
designed to become exact to their respective analytical homogenization estimates, given by Lefévre
et al. (2017), speci cally at small magnetic elds, i.e., in the limit of jHj,jBj! 0. Moreover, in the limit
of jHj ! 1, the magnetization and magnetostriction are considered to be saturating at a constant
magnitude. These considerations help us to reduce the phenomenological model parameters to one
coupling parameter, which is further estimated by tting the model magnetostriction response to that
of the analytical homogenization model. Thus, the proposed phenomenological model becomes rich
enough to take care of different particle volume fractions and matrix shear moduli, yet having only
one parameter to estimate. This approach is advantageous over the other microstructurally-guided
phenomenological modeling approaches (Kalina et al., 2020), where the estimates for a considerably
higher number of model parameters are sought for.

Till date, no macroscopic model for the NdFeB particle- lled h-MREs is available, where the
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effect of the stretch-independence of the current and reference remanent elds are considered. The
macroscopic model proposed by Zhao et al. (2019) considers a very speci ¢ loading path around
the remanent magnetization response and thus, the effect of magnetic switching is not taken care
of. The proposed models in Chapter 6, on the other hand, are applicable under any magneto-
mechanical loading condition. In this context, we also refer to the constitutive model of Rosato
and Miehe (2014) for the ferroelectric hysteresis at nite strains, who consider a fully-reversed and
proportional loading path. However, none of the aforementioned models consider both the reference
and current remanent elds to be independent of mechanical stretch, which is a key observation in
our work, yielding directly from the numerical homogenization estimates for the  h-MREs. Therefore,
the Lagrangian counterparts of the current remanent elds h" and b" are de ned in the proposed
models to be in a stretch-free intermediate con guration V; (see Fig. 6.2 and Fig. 6.3). Furthermore,
we observe from the full- eld RVE computations that the mapping between the current h" (b") and
the intermediate H' (B") elds is given by the average particle rotations R;, such that H" = RTh'
(B" = RTb").

We note that the explicit analytical or phenomenological estimates for R, = R,(F,H,H ") under ar-
bitrary magneto-mechanical loading paths are extremely dif cult to obtain. Nevertheless, we observe
from the numerical computations for purely mechanical loading/unloading of a pre-magnetized h-
MREs (see Fig. 4.15 and Fig. 4.17) thaR, R under these speci toading conditions, where R = FU 1
is the macroscopic rotation. Motivated by such observations, we assume af ne particle rotationsi.e.,
R, = R under all possible loading paths and propose the pull-back mapping for the remanent eld
tobe H' = RTh" (B" = RTh"). Under this assumption, we subsequently propose fully objective,
equivalent constitutive models in the F- H, F- h, F- B and F- b variable spaces and probe the
model responses under various magneto, mechanical and combined magneto-mechanical loading
paths against the numerical homogenization estimates. The Coleman-Noll-Gurtin method is ap-
plied while deriving the constitutive laws in the reference and current con gurations. Speci cally,
this method applied to the current con guration formulation leads to the expression for the sym-
metric total Cauchy stress , which is comprised of the contributions from the mechanical stress,
energetic and remanent Maxwell stresses. Eventually, the remanent Maxwell stress vanishes for the
special case of the vanishing coercivity b ! 0 leading to the well-known constitutive relations for
the s-MREs (Kankanala and Triantafyllidis, 2004; Dorfmann and Ogden, 2003, 2004). Moreover, the
Coleman-Noll-Gurtin method leads to the dissipation inequality that is de ned in terms of the objec-
tive Green-Naghdi rate of h" (b"). Subsequently, we de ne the dissipation potential in terms of this
Green-Naghdi rate of h" (b"), which, in the limit of rate-independent response, leads to the current
switching surface and the associated switching rule.

In a similar note to the s-MRE models, the choice of the energetic and dissipation potentials
are carried out in a way, such that the models reproduce exactly the initial slopes of magnetization
and magnetostriction responses. Consequently, there remains only one model parameter, namely
the coupling constant M (or, equivalently Br), to be identi ed by tting the model magnetostric-
tion response with the numerical homogenization estimates. Both F- H and F- B-based models
with the identied " and B are then probed against other coupled magneto-mechanical loading
conditions. Excellent agreement of both these model responses with the numerical homogenization
estimates are achieved for particle volume fractions in the range ¢ 6 0.3 and for matrix shear moduli
G,,> 0.3 MPa.
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Of course, further improvement of the model is required in order to model softer h-MRE com-
posites having G, 0.1 MPa. Such modeling would require the non-af ne particle rotations to be
taken into account. Again, R, is not known explicitly for the h-MRE composites. Nevertheless, one
can nd a better approximations for R,, those maybe valid only for certain loading paths, instead of
simply the macroscopic rotation R. In turn, the constitutive relations and the evolution equations for
the internal variables for the modi ed non-af ne rotation model can be derived  mutatis mutandisas
carried out in Chapter 6.

Finally, it is noted that most of the h-MREs in practice are fabricated with the Sylgard-184 (10:1)
PDMS, having a shear modulus G,, 0.3- 1.2 MPa, depending on the curing conditions (Park et al.,
2018; Wang et al., 2019; Kaidarova et al., 2018). Thus, the proposed models in Chapter 6 can be
applied readily to the modeling of such composites without further modi cations.

7.2 Future work

Starting from this point, further investigations can be carried out on several fronts to enrich the
modeling frameworks and also to aid the design of the h-MRE components in the devices by full-
eld macroscopic numerical simulations. Here we discuss three such possible future works that may
be carried out directly following this work.

(i) Modeling non-af ne particle rotations : As discussed earlier in this chapter, the underlying
non-af ne particle rotations start affecting the present af ne rotation model performances substan-
tially. Thus, a natural extension of the present framework would be to incorporate the effect of
non-af ne particle rotations. Note, however, that the explicit estimates for R, are not available and
are extremely dif cult to obtain for a general loading path. Nevertheless, from the detailed investi-
gations in Chapter 6, we observe that the mechanical loading path, with or without a simultaneous
magnetic loading, induce negligibly small non-af ne particle rotations. Thus, the non-af ne rota-
tions resulting from a pre-de ned magnetic loading path can be modeled empirically in terms of
the local primary and remanent magnetic elds, c and G,, and, subsequently, the particle rotations
can be modeled to be R, = R, R, where R, is the non-af ne rotation tensor. Hence, de nitions
of the remanent variables in different con gurations for the F- H or F- h-based modeling can be
modi ed from Fig. 6.2 to be Fig. 7.1. Notably, the pull-back transformations for the primary h and
its conjugate b elds remain the same as de ned via (2.40) and (2.45), respectively. In contrast, the
pull-back transformation of h" is now modied via H' = RTR! h". Consequently, the constitutive
relations for  and also the evolution equation of h" would be modi ed, which can be obtained in
the same way as derived in Chapter 6.

(i) Viscous dissipation and rate-dependence : Although the commercially available Sylgard-184
PDMS exhibit negligibly small amount of viscous dissipation, some of the other commercial PDMS,
e.g., Sylgard-186, exhibit considerable viscous dissipation and hence, a rate-dependent mechanical
response (Wang et al., 2019). Evidently, theh-MREs fabricated from such viscous matrix materials
are expected to exhibit rate-dependent, dissipative mechanical response along with the magnetic
dissipation arising due to the hard-magnetic particles.

A similar microstructurally-guided modeling approach can be employed for viscous h-MREs,
where a viscous matrix material must be considered in the microscopic modeling, whereas the mag-
netic hysteresis model for the particle phases would remain the same as in Chapter 4. A repre-
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Chapter 7. Conclusion

Figure 7.1: De nition of the intermediate internal variable H' at the intermediate con guration V; and the
current internal variable h' in a non-af ne rotated con guration.

sentative 2D RVE computation considering the hysteresis response for NdFeB particles and the two
potential-based visco-hyperelasticity model of Kumar and Lopez-Pamies (2016) for the matrix phase
is shown in Fig. 7.2. We observe considerable rate-dependence in the resulting magnetostriction

(a) (b)

0.001 /s 0.01/s

\ /

my/my
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\
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Figure 7.2: Rate-dependent effective (a) magnetostriction and (b) magnetization response of a h-MRE with
¢ = 0.2, having a visco-hyperelastic matrix, subjected to proportional cyclic magnetic loading. Results for three
loading/unloading rates, namely h;=m5 = 0.0001/s, 0.001/s and 0.01/s, are shown.

response in Fig. 7.2a, whereas no effect of loading/unloading rate is observed in the computed mag-
netization hysteresis loops shown in Fig. 7.2b. Evidently, a microstructurally-guided macroscopic
modeling would necessitate a number of very expensive 3D RVE computations, along with a crucial
choice of the internal variables at the macroscale. In turn, the viscous deformation gradient F' can be
de ned via a standard multiplicative decomposition to the total F, such that F = FEFY, where F® is the
elastic part of F (Reese and Govindjee, 1998; Kumar and Lopez-Pamies, 2016), whereas the remanent
intermediate and current magnetic elds should be de ned in the same fashion as in Chapter 6.

(iii) Numerical modeling of structural boundary value problems : Finally, the proposed s- and
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h-MRE models can be used directly in the numerical realizations of the macroscopic, coupled bound-
ary value problems (BVPs). In particular, the proposed s-MRE models can be used directly in the
structural instabilities of thin magneto-active layers (Psarra et al., 2017, 2019), eld-driven de ection
of soft magnetic membranes, etc.

The macroscopic h-MRE models, on the other hand, can be applied directly to model the large
structural de ections of nearly inextensibleslender structures under small applied elds (Kim et al.,
2018; Zhao et al., 2019), stretchable permanent magnetic devices (Sitti and Wiersma, 2020), bulk
magneto-mechanical responses of 3D printed h-MREs (Huber et al., 2017), etc. Notably, the proposed
fully coupled models for the h-MREs can be further simpli ed while modeling the large structural
de ections of inextensible slender structures at small elds. Nevertheless, the thermodynamically-
consistent constitutive relations for the stresses, conjugate magnetic and remanent elds remain iden-
tical to that in Chapter 6 for all the aforementioned structural BVPs. Eventually, one can derive the
model of Zhao et al. (2019) from the proposed F- B-based h-MRE model under speci ¢ limiting
conditions, i.e., small applied magnetic elds and inextensible, uniformly pre-magnetized structures
having locally b om. Although one should be extremely careful in assuming such an uniform
led distribution, which is  not a general result even for the simplest possible MRE structures. In this
context, our models do not assume any such distribution a-priori but provides the general modeling
frameworks along with a set of equivalent ferromagnetic hysteresis models at nite strains for stiff to
moderately-soft h-MREs. These models can then be simpli ed accordingly, depending on the BVPs
of interest. Moreover, the proposed variational framework in Chapter 4, especially the local radial-
return type update algorithm and the estimates for the algorithmically-consistent tangent stiffness
matrices can be applied directly to the nite-element modeling of the aforementioned BVPs with
little modi cations.

Finally, the thermodynamically consistent Coleman-Noll-Gurtin approach, along with the suit-
able selection for the internal variables, presented in this work may also aid the future studies on
the modeling of various dissipation mechanisms in the coupled electro-magneto-thermo-mechanical
models, considering several internal variables and their evolutions.
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Appendix

A
lEvoIving switching surface model
for hysteresis

Chapter summary : This appendix provides an evolving switching surface model that is capable of modeling
the initial magnetization response and the minor hysteresis loops. Phenomenological evolution laws for the
switching surface are proposed by evolving suitably the coercive “eld terms of some history-dependent

scalar variables. In this regard, the notion of a ferromagnetic bounding surface, that resembles closely to the
well-known elasto-plastic bounding surface is proposed thereafter. Finally, we t the proposed model with
the measured minor loops of various permanent magnets and also probe the model performance against other
experimental data. The model is observed to predict the key features of a measured rst-order reversal curve
(FORC) diagram considerably well.
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The switching surface (SS) model that is developed in Chapter 3 suffers from a drawback: it
is unable to model the initial magnetization response and minor hysteresis loops accurately. In
this appendix, we propose a generic extension to the SS model of Chapter 3, so that the initial
magnetization response and the minor loops can be modeled accurately.

Here we develop an evolving switching surfac€ESS) model that considers evolution of the switch-
ing surface in terms of Ngs history-dependent scalar variables. In particular, we now consider the



A.l. Isotropic hardening and symmetric cyclic loading

switching surface radius b° to be a function of ., where is a set of Nss independent scalar
internal variables. Thus, the switching surface (3.17) now reads

h=b" b - (NS (A.1)

whereas the associated switching rule remains the same as (3.18). Speci cally, here we propose
this ESS model for the h-based model. Nonetheless, an equivalent b-based ESS framework can be
proposed in a similar fashion. Notably, a similar framework for the history-dependent evolution of
the yield surface is typically employed in mechanical elasto-plasticity in order to model the minor
loops (Dafalias and Popov, 1975, 1976; Chaboche et al., 1979; Chaboche, 1986).

A.1 Isotropic hardening and symmetric cyclic loading

In this section, we discuss in detail the evolution of the coercive eld b°( n) in terms of two history-
dependent internal variables (N = 2), namely, , fh", Ryg The rst element of , is the accumu-
lated remanent h- eld (similar to the accumulated plastic strain in mechanical plasticity), de ned as
. E z
h"= hr hr with h =
t
The second element of , is the radius of the memory surface, which is discussed later in this section.

h' dt. (A.2)

A.1.1 Initial magnetization and hardening

It is important to note at this point that, in spite of exhibiting a qualitatively similar major hysteresis
loop, the underlying mechanisms behind the ferroelectric and ferromagnetic switching differ signif-
icantly. The ferroelectrics undergo a phase transition upon loading beyond a critical electric eld
leading to switching of the polarization direction within a ferroelectric crystal (Huber and Fleck,
2001).

On the other hand, the ferromagnets consist of a large number of magnetic domainsvith differ-
ent directions of magnetization, whereas domain nucleation and domain wall pinning are the two
key mechanisms that cause coercivity. Experiments and micromagnetic theories suggest that the
coercivity in the rare-earth (RE) magnets arise due to a combined effect of domain wall pinning
and nucleation (Herbst, 1991). It is observed through advanced imaging techniques that reversed
domains nucleate right from the beginning of magnetization of a virgin NdFeB specimen (Li et al.,
2017). Thus, a combination of nucleation and pinning causes considerable amount of initial magneti-
zation as compared to a solely pinning-type magnet. In order to capture this microscopic phenomena
at the macroscopic level, we consider that the switching surface (3.17) evolves from a very small ra-
dius bf to a constant limiting surfaceof radius bf,,, which is the saturation coercive eld, as shown in
Fig. A.1a (inset). Motivated by experimental results the switching surface radius is a function of h'
(i.e., the rstelement of ;) and can take the following form

§ e T

b°(h") = k€, tanh (A.3)

ax

In this expression, hf, is a reference accumulated remanent eld (in analogy to the yield strain in
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Figure A.1: (a)(inset) Evolving switching surface (in 2D) from a radius of b to bf,,. (a) Variation of b® with h'
for different hardening exponents. (b) Effect of hardening exponent ¢ on the initial magnetization curve.

mechanical plasticity) and q is a hardening exponent. The above evolution law for the switching
surface is qualitatively similar to the isotropic hardening rules in mechanical plasticity (Chaboche
etal., 1979; Chaboche, 1986). As a consequence of the constitutive relation (A.3), the magnetic domain
nucleation is now captured by allowing switching right from the beginning. Obviously, the hardening
exponent g plays a pivotal role in the modeling of different coercivity mechanisms at the macroscopic
level. For a better understanding of this parameter, we discuss a few representative cases in the
context of Fig. A.1. We note rst that for gq! 1, the coercive eld b°(h") ! K, which, indeed,
models the pinning type magnets. Thus, in the limit of q! 1 , the proposed model reduces to the
existing ferroelectric switching models (McMeeking and Landis, 2002; Landis, 2002; Klinkel, 2006;
Linnemann et al., 2009; Miehe et al., 2011) with no isotropic hardening.

On the other hand, a pure nucleation-type response is obtained for g= 1. In this case, as depicted
in Fig. A.1a and b, the switching surface starts growing from a radius b° 0at a and then evolves
through intermediate switching surfaces like b to nally saturate to the limiting surface of radius
bt at c. Practically, ferromagnets are modeled by choosing values in the range 16 q< 1 as there
exists no magnet that exhibits only pure domain pinning or only pure domain nucleation.

A.1.2 Cyclic loading and symmetric minor loops

The symmetric minor loops are obtained whenever the loading/unloading amplitude is kept  be-
low the saturation h-eld hs. Note that the magnetic domains do not become fully aligned to the
loading direction before saturation. Thus, if a load reversal takes place at jhj < hg, then a lower
h- eld is required to reverse the specimen’'s magnetization direction. The minor loops during the
initial magnetization of a specimen can be obtained in the proposed phenomenological framework
by suitably de ning the accumulated remanent eld h". Note further that h' is a strictly increasing,
history-dependent variable, which controls the evolution of the coercive eld b°. In order to capture
the symmetric minor loops, we introduce a new history-dependent internal variable R, (i.e., the

164



A.l. Isotropic hardening and symmetric cyclic loading

Figure A.2: (a) (inset) Cyclic loading pro le. (a) Variation of h" with time. (b) (inset) Evolution of b° with h".
(b) Resulting hysteresis loop. Time scale is irrelevant for the rate-independent model.

second element of ;) that memorizeghe prior maximum remanent eld range The notion of such a
remanent eld range memory variable was rst introduced by Chaboche et al. (1979) in the context

of cyclic mechanical plasticity. Following Chaboche (1986), we allow h' to evolve following equation
(A.3) only if the state of h" lies on the memory surfaceThe latter is a spherical surface (for isotropic
magnets) of radius R, de ned in the h'"-space by

m:=h" h'- R, (A.4)

At a given instant tg, Ry corresponds to the maximum amplitude that h, has reached over the entire
loading history up to that time instant, i.e.,

Ry = maxjih'(t)j, 80<t<t . (A.5)

The isotropic hardening is effective only if the local state of h' lies on the memory surface . This
feature is incorporated in the hardening rule (A.3) by modifying (A.2) as

P ——
hr hr, if =0
0, if o <O.

h' = (A.6)
Note that k¢ in (A.3) is not an explicit function of R,.. However, R, controls the evolution of h'
through (A.4) and (A.6). Thus, there exists an implicit dependence of b® on the second element of »,
i.e., Ry.

For a better understanding of the modi ed isotropic hardening law, we discuss a representative
example of magnetic cyclic loading with increasing amplitude in Fig. A.2. Temporal variation of
h=ms is shown in Fig. A.2a (inset). Speci cally, we observe in Fig. A.2a that h" increases from a to
b. This increase in h" results in the evolution of the switching surface radius b from a to b (see
Fig. A.2b (inset)), which leads to the m—h response a — b in Fig. A.2b. Then, unloading from b to
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d (beyond jh bj = jh € ) results in two distinct regimes. Firstly, from b to ¢, h=m® remains less than
the maximum loading amplitude of the previous half cycle a — b, i.e, jhj< jh bj = jh Cj. Thus, h"
remains constant between b — ¢, which results in b°® to remain the same from b to ¢ (see Fig. A.2b
(inset)). In turn, going from c¢ to d, jhj> jh bj = jh € of the previous half cycle a — b, h" increases
resulting to further increase of the switching surface radius in this regime (see Fig. A.2b (inset)). The

switching surface radius continues to increase in a similar fashion during the subsequent half cycles,

e.g., d — f, until eventually reaching bt

max*

A.2 The extended constitutive model for asymmetric cyclic loading

So far in the proposed model, we incorporated the effect of isotropic hardening during the initial
magnetization. However, experiments show existence of minor hysteresis loops under complex cyclic
loading scenarios occuring afterthe initial magnetization. Clearly, from (A.3) and (A.6), we note that
b® evolves either during the initial magnetization or when h- eld increases beyondthe previously
maximum absolute value of jhj attained at a preceding cycle (see e.g. Fig. A.2). Nevertheless, follow-
ing available experimental observations, the switching surface can shrink backward$ more complex
minor loop loadings are considered. In view of this, we attempt to enrich further the evolution law
for b° to model more complex cyclic loading cases, especially when load-reversals may take place
beforghe local jhj reaches the maximum h- eld values attained in the preceding cycles.

A.2.1 Notion of a bounding surface

The approach followed to model such complex minor loops is closely related to the bounding surface
idea in mechanical plasticity. In particular, it has been observed by Dafalias and Popov (1975) (see
also Chaboche (1986)) in the context of mechanical plasticity that kinematic and isotropic hardening
is not enoughto model cyclic plasticity under complex loading conditions. In that regard, Dafalias and
Popov (1976) proposed a model where the evolution of the plastic internal variables (the remanent
internal variable h" in our case) depends additionally on some discrete, history-dependent parame-
ters associated with loading/unloading of the material. These history parameters are obtained in the
present work by constructing a bounding surfacén the h" space. In the following, we rst develop
the notion of the bounds in h" for uniaxial loading/unloading and de ne the history-dependent pa-
rameters. Subsequently, the notion is extended in the context of general three-dimensional multiaxial
loading/unloading cases.

A typical schematic representation of a h"—h loop, observed in a uniaxial (1D) experiment is
shown in Fig. A.3. In this gure, the h"-h loop is observed to remain con ned between two bounds:
jh"j 6 h§, namely, an upper and a lower bound. In turn, the magnitude of h§ remains identical to the
saturation magnetization m°. Nonetheless, the notations h{ is used herein to explicitly indicate the
range of variation of the remanent eld h'.

It is observed that from an initial energetic regime ( jh"j = 0), the remanent h- eld switches and
eventually saturates to the corresponding bound (jh"j = hyY), i.e, the lower bound for the loading
half-cycle and the upper bound for the unloading half-cycle, as shown in Fig. A.3 for an 1D loading
example. Studying numerous uniaxial experiments and following Dafalias and Popov (1976) and
Chaboche (1986), we conclude that the minor hysteresis loops can be modeled by considering b® to
be a function of the proximity of the current state of remanent eld h'" to the corresponding bounding
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Figure A.3: Schematic illustration of upper and lower bounds,  and () for the uni-axial loading case.

(upper/lower) limit. This distance = AA % as shown in Fig. A.3 is computed by
= h{ + sign(h)h". (A7)

The proximity of a state of h" to the corresponding bounding limit at the beginning of the p™ half-
cycle is denoted by (,). The illustrative example of Fig.A.3 shows () for three half-cycles, namely
p = 1,2 and 3, which together constitute a partially-reversed loading cycle. These initial proximity
parameters, (), are the history-dependent terms, which play a pivotal role in modeling the evolution
of b® for complex loadings. It is worth noting that the initial local magnetization at the beginning of

a new half-cycle also plays a crucial role in the micromagnetic model of Fulmek and Hauser (1996),
which also models the minor loops by evolving a history-dependent material parameter. The same
notion of evolving the history-dependent coercive eld b° is considered in our model, but within the
framework of the bounding surface idea, which is by default a three-dimensional framework and in
principle can also be extended to anisotropic magnetic responses.

In this regard, the computation of  for the multiaxial case is a bit more involved but otherwise
a direct extension of the above described 1D case. For simplicity, we assume an isotropic magnetic
response to obtain a spherical bounding surfac® in the h" space of diameter 2h{ (see Fig. A.4a). To
obtain , we rst construct a plane containing both the vectors h" and n. = hsjhj and compute =
cos *(h' nr-]:jh'j). The intersection of this plane with B leads to a circle C, whose 3D view and the 2D
projection are shown in Fig. A.4a and b, respectively. Now, is obtained by computing the Eucledian
distance betweenAA © where A represents the current state ofh" and A%is the corresponding point on
B obtained by extending a straight line from A in the direction of ng (see Fig. A.4b). From the planar
geometry on the circle C (Fig. A.4b) with center O and radius hg, we obtain using straightforward
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Figure A.4: (a) Schematic illustration of the bounding surface B and the circle C on the plane containing the
vectors n, and h'. (b) Estimation of ;) from the planar geometry on C.

geometrical arguments as E
= (h)?2- jhr2sin? +jh'jcos . (A.8)

Figure A.4b shows that the uniaxial loading and unloading cases presented in Fig.A.3 and de ned
via the equation (A.7) are special cases of the more general three-dimensional framework that can be
obtained by setting = 0and , respectively, in equation (A.8).

By summarizing the above discussion, one may de ne the history-dependent variables to form a
set of size2p+ 4, i.e.,

2p+4 fﬁr1thlﬁes ’ (p)1ﬁ(ep)! (p— l)lﬁ(ep_ 1)1-'-1 (1)1H(el)g

where p is the number of half cycles (including the current one), and h® is the accumulated ener-
getic h- eld (de ned later in (A.12), similar to  h"). Finally, ﬁ‘(fp) is the h® at the beginning of the
p" half-cycle (similar to (). In principle, is a set that has a continuously increasing number
of elements, starting from ¢  fh',Ry,h°, , (1),h(1)g Fortunately, real materials exhibit a fading
memory (Dafalias and Popov, 1975, 1976). As a result, one can consider gradually increasing rela-
tive weights on  (5), (- 1), (p- 2)» @nd so on, and eventually discard the oldest history variables. A
speci ¢ functional form of b°( 2+ 4) is proposed next, based on available experimental observations.

It should be noted that, in the general context of magnetically anisotropic materials, the bounding
surface B is expected to become non-spherical albeit remaining convex. The proposed framework can
be readily extended for such cases but would probably require additional variables and anisotropic
invariants.

A.2.2 First order minor loops

Typical experiments (W odarski, 2007; Benabou et al., 2008; Martinez-Garcia et al., 2013) show that
the rst order minor loops (FOMLS) exhibit, in a sense, two distinct features; (i) a low  jhj switching
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depends on the loading/unloading history while (ii) the switching surface radius increases from b
to bI'® during subsequent switching. When a load reversal takes place at a jhj < h s, both the rotation
of the magnetic domains in the previous loading direction and the pinning of domain walls remain
incomplete. Thus, one observes switching at a lower jhj during the current half cycle because of
partial rotation of the magnetic domain walls during the previous half cycle (Hauser, 2004). Then,
as switching proceeds during the current half cycle, the domain walls get rotated and pinned in the
direction of jhj, as usual. This micromagnetic phenomenon is captured in the present phenomenolog-
ical model as follows; b° is allowed to decrease during the energetic response of a partially-reversed
half-cycle, whereby it may increase up to bt during a subsequent switching. By recalling the ob-
servations (i) and (i) done previously, we combine all the previous constitutive equations for k¢
and extend them into three distinct evolution laws for the switching surface for the three different
regimes: (i) the initial magnetization, (ii) the energetic part, and (iii) the switching part of a half cycle.
Each one of these regimes is considered independently in the present work and their modeling can
be carried separately depending on the level of complexity one is willing to reach.

Speci cally, the initial magnetization regime is indicated by a function
K = H(h"), (A.9)

which is essentially a Heaviside step function with K = 1 during the initial magnetization and 0
otherwise. Similarly, the energetic and the switching regimes of a half-cycle are written in terms of a

Heaviside step function as . ‘

J=1-H 1- , (A.10)
()
Recall from Section A.2.1 that = () during the energetic response and starts decreasing from
() When the switching starts. Thus, from de nition (A.10), we have J = 1 and 0 to represent the
energetic and the switching regimes, respectively. We now propose a combined evolution law for k¢
depending on the indicator functions K and J such that

~a

8 8§ o

Hﬁs 1=q
bfe tanh = if K=1
§ . 0 < a
b= b 1- kg 1- ;0 D if K=0J=1 A1l
T3 O L2 onr hrt T K=0J= (A.11)
. ) oo ﬁr(s"'a 1=q ~
T bt Bha tanh i - by Fo if K=0J=0,

where k; is a material parameter, bf,, is the initial b at the beginning of the energetic/switching
regime, while the rst law corresponding to the initial magnetization is the one proposed in (A.3).

The functions F ; and F , are used to ensure a smooth decrease/increase inb® during the en-
ergetic and switching parts, respectively, of a partially-reversed half-cycle. Note that during the
energetic response, i.e., when the switching surface is modeled to shrink following (A.11) ,, both the
accumulated remanent eld h" and the proximity parameter  remain constant. Thus, the evolution
of F ;1 during the energetic response may be carried out in terms of an accumulated energetic h- eld,
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de ned as E 7

he = he he, he = hedt. (A.12)
t
A straightforward choice is to consider F; to be a saturation function, which evolves from 0 and
saturates at1, such as

S D * — e @
_ ® he NG
F . = tanh R, E - he , (A.13)

where the term ﬁ(ep) is a history-dependent parameter, that is he at the beginning of the p™ half cycle
(similarto y)and Q)= )+ (- 1)- 2hi is the proximity of the p™ half-cycle to the (p- 1)™ one,
i.e., the proximity between two subsequent half-cycles. Finally, hg in (A.13) is a material parameter
that represents a reference accumulated energetich- eld (similar to hg in (A.3)). Similarly, F, is
chosen to be a saturation function, that evolves from 0 to 1, such that

ohr ¢ D <«
F 2 = tanh kzis 1- ﬂ y (A14)
M @) 2hS

where k, and ks are positive parameters that dictate the shape of the minor loop, and

M= maxt @) @) )9

Remark A.1. Note that F, may become singular in the degenerate case of 8)) I 0, i.e., for tiny
minor loops due to small uctuations in the local h. This can be remedied by adding a correction
term in (A.11),. Such a correction is shown in the following but is not necessary for well-de ned
cyclic loads. Speci cally, one may augment (A.11) , with an additional term, such as

§ . < a ° § o (a 1:q ~
C = e ® R c h' .
b — b(O) 1' kl 1' 2hg hg F3Fl + bmax tanh E - b(o) (1' F3)F 4, (A15)
where the functions F ;3 and F 4 are now de ned by
L ] D (
F = tanh 6.0% , (A.16)
S
. , . Fe e K
F,=tanh 22 N "@) (A17)

® he g
respectively. Now, for 5)) = 0, F 3 vanishes, reducing (A.15) to its second term only. Therefore,
instead of decreasing, the b® rather increases to b, during the energetic response by virtue of the
saturation function F 4.

The use of (A.11), ; and (A.15) to model the FOMLs arising due to partially-reversed loading
cycles are discussed next by use of two typical examples. A typical example of a rst-order reversal
curve is depicted in Fig. A.5. The inset of Fig. A.5a shows the uniaxial loading pro le, where a — b
represents the initial magnetization of a virgin sample followed by a partially-reversectycle b — d —
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Figure A.5: (a) (inset) Cyclic loading pro le. (a) Evolution of b° in time. (b) Resulting m —h loop. Time scale
is irrelevant for the rate-independent model.

f . The initial magnetization from a to b results in the corresponding evolution of b, as evaluated
from (A.11), (see Fig. A.5a). The corresponding response in them —h space is shown for the same
regime in Fig. A.5b.

At the beginning of the second half-cycle b - d, we have 2hg and bf, = b, ftanh
[(h"=h})8]d=9. Thus, the evolution law for b°, i.e, (A.11), reduces to b° = b‘(’ X resulting in a con-
stant b° between b — c¢. During subsequent switching, b evolves following (A.11) ;. Note in (A.11)4
that the coef cient of F , now vanishes as b° did not decrease from bf,,,. Hence, (A.11), and (A.11)4
together ensure a constant b® on unloading if the preceding loading goes beyond saturation (see
Fig. A.5a). Consequently in Fig. A.5b, we obtain a m — h response in the interval b — ¢ coinciding
with the major loop.

The path d — f represents a partially-reversed half-cycle, where the load reversal takes place
before saturation at d and thus, (3) < 2hg. During the energetic response, d — e, b° decreases
to values lower than bfo) = b, following the constitutive expression (A.11) , (see Fig. A.5a). Con-
sequently, the switching is initiated at e at values lower than bf,. From that point on, b° starts
evolving following (A.11) 5 and hence increases from e to f approaching bf,,. The resulting m —h
response is shown by the segment d — e in Fig. A.5b.

Note that the shape of the minor loop d — e depends explicitly on the choice of the minor loop
shape parameterskq, ko and ks. The identi cation of ki, ko and ks by use of a least-square tting
of the model with available experimental data is discussed in Section A.4. On the other hand, the
proposed forms of the functions F ; and F , will be shown to be suf cient to model a large number
of different magnets.

For completeness, we also investigate a more complicated loading scenario where initially the
magnet is not magnetized to saturation. That is a very important case in particle- lled magnetorheo-
logical elastomers, whereby not all particles attain the same level of magnetization given an external
overall applied magnetic eld.

In particular, the loading pro le is depicted in the inset of Fig. A.6a. In this case, an initial loading
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Figure A.6: (a) (inset) Cyclic loading pro le. (a) Evolution of b° in time. (b) Resulting m —h loop. Time scale
is irrelevant for the rate-independent model.

from a to b increasesb® up to a given value bfl) resulting to an initial magnetization response
in the same shown in Fig. A.6b. The subsequent two half cycles b — d and d — f follow the
evolution equations (A.11), and (A.11), during the corresponding energetic and switching regimes,
respectively, and result in a m — h response, shown in Fig. A.6b. An interesting observation can be
made during the last unloading half-cycle f — i . We notice from Fig. A.6a (inset) that jhj exceeds
hm when the magnet is unloaded beyond h. Thus, the shrinkage f — g of the switching surface
is followed by its expansion in two steps. First, we get the expansion from g to h evaluated by
equation (A.11);. This is followed by an expansion of b° in the interval h to i as computed by
equation (A.11),. As a result, we observe a two step magnetization response g — i in Fig. A.6b.
Therefore, three different regimes are obtained from relation (A.11) during a half-cycle for a loading
condition in the interval f — i .

Accurate prediction of the higher-order minor loops necessitates a more tedious de nition of  b°
and, in general, it requires a metric to identify the order of the minor loop. On the other hand,
the nature of evolution of b° remains the same for the higher order loops except for the need of
additional history-dependent terms. Thus, an ef cient storage of the order of the minor loop and the
set requires a suitable computational algorithm, which is beyond the scope of the present work.
However, typically in engineering applications with magnets (Miyamoto et al., 1989) and MREs
(Ginder et al., 1999), the material is not loaded with a highly uctuating magnetic eld that may
cause secondary or higher order minor loops. Thus, the proposed model, that captures accurately
the FOMLs, is expected to be suf cient for the applications at hand.

A.3 Identi cation of model parameters

The number of model parameters to be identi ed depends on the complexity of the experiment we
intend to model. For the most general case, which involves modeling a magnet accurately up to its

rst-order minor loops, we need to specify thirteen parameters, namely, ¢, ,ms, bS_, gl) ff), ff),
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HB, ﬁg, g, k1, k2 and ks. On the other hand, modeling only the major loop as carried out in Chapter 3
requires seven material parameters, namely €, ,m3,bt_, f]l), ff) and ff’) with all others to remain-
ing inconsequential. Arbitrary but non-singular values of some of those inconsequential parameters
are reported in the tables of the following section. Subsequently, modeling the initial magnetiza-
tion response along with the major loop requires two additional parameters h{, and q. Finally, for the
modeling of the minor loops, we need to specify the remaining h¢, k1, ko and ks constants. Note that,
only data for one representative rst-order minor loop of the material are required to identify the
four minor loop parameters. Any remaining rst-order minor loop of the material will be predicted
directly from the model without further change of the minor loop parameters. Speci c examples of
minor loop tting and predictions are discussed in the next section.

The computed response is tted to the corresponding experimental data using a standard least
square method in three distinct steps:

S1 — Calibration of major loopWe rst nd the optimal major loop parameters &, ,ms, b, f]l),
@ and @ (i.e. 7 parameters) by using the Isqeurvefit  function of MATLAB (2017).

S2 — Calibration of initial magnetizationWe then identify the parameters gand hj, (i.e. 2 parameters)
that are necessary to t the initial magnetization response.

S3 — Calibration of a minor loap Finally, we identify the rest of the four minor loop parameters,
namely h¢, k1, ko, ks (i.e. 4 parameters) by tting a single minor loop, if such information are
available from the experiments analyzed.

At this point, it is worth discussing in more detail the necessity of the above three steps and thus
the number of parameters needed to be identi ed in the context of four representative experimental
cases reported in the literature:

i) Only the experimental major loop is available. In this case step Sl is suf cient and hence, the
corresponding seven parameters in this step need to be identi ed, while those in S2 and S3
remain inconsequential.

i ) The major loop with the initial magnetization response are reported. In this case we rst carry
out step Sl followed by S2, i.e., we identify nine parameters in total. The remaining four
parameters of step S3 remain inconsequential.

i ) The major loop and at least one asymmetric minor loop are reported. In this case, we rst
carry out step Si followed by S3, i.e., we identify eleven parameters. The corresponding initial
magnetization parameters remain inconsequential in this case.

iv ) The major loop along with the initial magnetization and al least one symmetric or asymmetric
minor loop are available. In this case, the tting requires all three steps ( S1- S3) and has to
be carried out sequentially. It is noted further that whenever we model the major loop and
symmetric minor loops, all three steps and all thirteen parameters are required.

Hence, even if the complete theoretical model is described in terms of a total of thirteen parameters,
the number of the parameters that needs to be identi ed may be much less in a large number of cases
of practical interest. Speci c examples involving all four cases discussed previously are investigated
in the following section.
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A.4 Assessment of the model with experiments

In the following, we compare the proposed model with the uniaxial tests of (a) sintered NdFeB
magnets by Huang et al. (2016b) and (b) NdFeB powders by Deng et al. (2015) and Périgo et al.
(2012). In those examples, we model the initial magnetization and the major loop. Subsequently,
we compare the proposed model with the experimentally observed minor loops by W odarski (2007)
and Liu et al. (2010). Finally, we develop FORC diagram from the tted model response and compare

it with the FORC diagram generated by Pike et al. (1999) from the experimental data. It is important
to mention that the polycrystalline magnets, used in the corresponding experiments, are typically
isotropic. Anisotropic magnets may be manufactured through dedicated manufacturing techniques
and will require additional constitutive parameters that will allow to describe properly the preferred
magnetization directions.

A.4.1 Sintered NdFeB magnets

Sintered NdFeB magnets are the classical example of nucleation-type magnets with high initial sus-
ceptibility. In Fig. A.7, we obtain two sets of experimental data from Huang et al. (2016b): (a) the
major hysteresis loop for spark plasma sintered NdFeB magnets, where the solid magnet is obtained
by sintering very ne melt-spun NdFeB ribbons of less than 40 m diameter, and (b) the major loop
for sintered NdFeB, prepared by sintering coarse NdFeB ribbons (greater than 40 m diameter).

Figure A.7: Experimental m-h response of a NdFeB magnet (Huang et al., 2016b) with the tted rate-
independent SS and ESS models.

Speci cally, following S1 and then S2, we obtain a least-square t of our model with the experi-
mental data in Fig. A.7a. First, we x 513) = 1 and carry out Sl to obtain the optimal €, , m® and
k... as shown in Table A.1. Next, we carry out S2 to obtain qand hj. Due to unavailability of any
minor loop data, the step S3is inconsequential and hence, the minor loop parameters may be set to
HS = 1.0 MA/mand ki =k, =k3z=0.

We observe that the present ESS model is capable of probing accurately the experimental data in
Fig. A.7a. Here, we note that in addition to modeling the major loops, the present model also traces
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accurately the initial magnetization response. Note that the SS model, shown for comparison, as well
as the pseudo-particle models only model the outer coercive loops accurately. Next, we probe the
hysteresis loop for a coarse-grained sintered NdFeB magnet in Fig. A.7b.

Table A.1: Material parameters for sintered NdFeB magnets

S1: Major loop
e = 0.075 = 4.0 ms = 0.65 MA/m be. = 1.20 ¢(a)j1.52 o(b) T
W =00 @ =00 () =10
S2: Initial magnetization
hf = 0.58 MA/m q= 335
S3: Minor loop
h§ = 1.0 MA/m ki = 0.0 ko = 0.0 ks = 0.0

The model is able to reproduce this second case by only re-identifying the parameter bt keeping
the rest of the parameters the same. Thus, it is observed that different variants of magnets made of
the same material (e.g., exhibiting different grain sizes) can be modeled by a small variation of the
coercive eld I

max*

A.4.2 NdFeB powder

In Fig. A.8, we consider the experimental data of Deng et al. (2015) and Périgo et al. (2012) for quasi-
static, uniaxial loading of melt-spun NdFeB powder samples. In both cases, the proposed model is
capable of reproducing extremely well the corresponding experimental data (see Table A.2 for cor-
responding parameters). Speci cally, we rst identify the model parameters using the experimental
results of Deng et al. (2015). Then, the experiments of Périgo et al. (2012) are probed by re-adjusting

€ and , which serve to describe the shapeof the hysteresis loop. Table A.2 displays the values of
the model parameters used to describe the major hysteresis loop. Note that in both experiments the
maximum coersive eld bt is identical.

Table A.2: Material parameters for NdFeB powder

S1: Major loop
e = 0.095a) j 0.163b) = 8.0(a) j 16.0(b) ms = 0.67 MA/m ke, = 0845 o T
W=10 @ =00 () =00
S2: Initial magnetization
h§ = 0.551MA/m q= 175
S3: Minor loop
h§ = 1.0 MA/m ki = 0.0 kz = 0.0 ks = 0.0

In addition, use of the same initial magnetization parameters h{, and q allows us to recover accu-
rately the initial magnetization response in both samples. In Fig. A.8, the parameter q implies that
the coercivity in NdFeB powder samples can be attributed to a combined effect of nucleation and
pinning, which is in agreement with recent microscopic observations by Liu et al. (2013) in NdFeB
ribbons (from which the NdFeB powders are obtained through grinding). Finally, the four minor
loop parameters h¢, ki, ko and ks are inconsequential due to unavailability of any minor loop data
and thus are set toh§ = 1.0 MA/mand k; = kp = k3 = 0.
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Figure A.8: Experimental m-h response of NdFeB powder from (a) Deng et al. (2015) and (b) Périgo et al.
(2012) with the tted rate-independent proposed model.

A.4.3 MgMn steel

In Fig A.9, we use the complete model to probe the experimental data of W odarski (2007) for MgMn
steel, which include several fully-reversed, uniaxial hysteresis loops with different amplitudes of
loading. Thus, in addition to the initial magnetization and major coercive loop, the latter experiments
provide also information on symmetric minor loops. We rst identify bt... € ~and m®in orderto
probe the experimental major loop (see Table A.3).

Table A.3: Material parameters for MgMn Steel

S1: Major loop
e = 0.9913 = 0.03 m® = 1.58 KA/m B = 072 omT
=00 @ =00 ®) =10
S2: Initial magnetization
hf = 1.45kA/m g= 456
S3: Minor loop
ﬁS = 0.099kKA/m ki = 3.0 ko = 5.0 ks = 0.1

Subsequently, we t the initial magnetization response by identifying the parameters g and hj,. Fi-
nally, we t the model with oneof the minor loop data to obtain hg, ki, ko, and ks as shown in
Table A.3. In Fig. A.9b, we use the already identi ed model to predicttwo additional experimental
minor loops. We thus show that the model is able to reproduce but also to predict suf ciently well
the major and minor hysteresis loops of MgMn steel.

A.4.4 Asymmetric minor loops

In Fig. A.10, we use our model to probe the experimental data for two different magnets; (a) an-
nealed nanocrystalline Co alloy and (b) 3% silicon steel, subjected to uniaxial, partially-reversed
loading, which results in asymmetric minor loops. The experimental m — h response along with
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Figure A.9: Experimental m-h response of MgMn Steel by W odarski (2007) with (a) the tted model and (b)
the model predictions.

three rst-order reversal curves (FORCSs) for the annealed nanocrystalline Co alloy magnet is ob-
tained by Martinez-Garcia et al. (2013). Similar to the previous gures, we carry out a two step
tting of our model. First, we t the major loop data of Martinez-Garcia et al. (2013) to obtain the
model parameters except hj, and g, which are inconsequential due to unavailability of the initial
magnetization data. We then use the model to probe one of the experimental FORC data thus iden-
tifying the parameters h¢, k1, ko and ks. The resulting values for the model parameters are given in
Table A.4.

Table A.4: Material parameters for annealed nanocrystalline Co alloy

S1: Major loop
€ = 0.855 = 7850 ms = 51.5 KA/m ke, = 120 o mT
W=10 @ =00 ®) =00
S2: Initial magnetization
hj = 1.0 A/m g= 1000
S3: Minor loop
78 = 85.0 A/m ki, = 4.0 ko = 1.85 ks = 1.25

In Fig. A.10a, the solid lines correspond to the model response that is tted to the corresponding
experimental data. The dashed lines correspond to predictions of the model without introduction of
additional model parameters.

Finally, Fig. A.10b shows the experimental data of Benabou et al. (2008) corresponding to the b —
h response of a 3% silicon steel sample that is subjected to a periodich- eld with the superposition
of third harmonics. This type of loading gives rise to asymmetric minor loops. Again, a two-step
tting procedure, consisting of tting the major loop and only one of the minor loops from the
experimental data, yields the corresponding model parameters (see Table A.5). Note again that the
initial magnetization parameters hf, and qremain inconsequential due to unavailability of the initial
magnetization data and thus are set equal to 1 and 0O, respectively. The second minor loop is then
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Figure A.10: (a)(inset) Loading pro le for FORCs. (a) Experimental m-h response for nanocrystalline Co alloy
from Martinez-Garcia et al. (2013) with the model tting and predictions. (b)(inset) Loading pro le and (b)
experimental b-h response for 0.3% silicon steel by Benabou et al. (2008) with the tted model. Time scale is
irrelevant for the rate-independent model.

found to be well predicted by the proposed model.

Table A.5: Material parameters for 3% silicon steel

S1: Major loop

€ = 0.999 = 1263 ms = 10000 A/m ke, = 120 o mT
ORI @ - 00 ®) = 0.0
b . h : b :
S2: Initial magnetization
Rl = 1.0 A/m g= 0.0
S3: Minor loop
78 = 1000 A/m k, = 8.0 ko = 4.0 ks = 1.34

The examples presented in this section illustrate the capabilities of the model to reproduce an predict
magnetic responses obtained by very complex loading histories and speci cally resulting in asym-
metric minor loops.

A.5 Construction of FORC diagrams

In this section, we use the proposed ESS model to probe a representative experimental FORC dia-
gram. In particular, a set of FORCs, as shown in Fig. A.10a and Fig.A.11, enables us to construct the
so called FORC diagram (Pike et al., 1999; Pike, 2003; Liu et al., 2013), which is essentially a contour
plot showing the mixed derivative of the magnetization m with respect to the applied h-eld h and
the reversal h- eld h,. Speci cally, the FORC distribution function is de ned by (Pike et al., 1999)

1@m(h.hy)

(hvhr):- 2 @h@h

(A.18)
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The FORC diagrams are typically plotted in the h; - h, space, whereh. = (h- h;)=2is the coercive
eld  and hy = (h+ h,)=2is termed as the interaction eld (Pike et al., 1999). The distribution of

as a function of h and h, allows us to infer the characteristics of the micromagnetic interactions in
the sample. For instance, a narrow distribution of  along h, is typically obtained for single-domain
(SD) magnets. The reader is referred to former representative studies (Pike et al., 1999; Pike and
Fernandez, 1999; Pike, 2003; Roberts et al., 2000) for a more detailed description of a FORC diagram
and its signi cance in inferring the micromagnetic properties of the material under study.

In order to obtain the FORC diagrams from the present ESS framework, we carry out a tting
methodology as proposed in Section A.4. We consider the classic example of a oppy disc material
(Pike et al., 1999; Raoberts et al., 2000; Newell, 2005) and consider tting our model with the experi-
mentally observed m - h response (Pike et al., 1999). The calibrated model with the outer loop and
with one of the representative FORCs is shown in Fig. A.11. The identi ed model parameters are
given in Table A.6.

Table A.6: Material parameters for oppy disc material

S1: Major loop

e = 0,999 = 1263 m® = 10000 A/m ke, = 120 o mT
1) _ 2) _ 3) _
W=10 @ =00 ®) =00
S2: Initial magnetization
hfy = 1.0 A/m q= 00
S3: Minor loop
ﬁg = 1000 A/m k, = 80 ko = 4.0 ks = 1.34

Once the model parameters are identi ed, we then use the model to generate a data set of three
hundred FORCs, a subset of which is shown in Fig. A.11.

One of the main characteristics of the proposed ESS model is that it generated sharp corners in the
m - h response at the point of transition from the energetic to switching regime (shown in Fig. A.11 by
red line). This sharp cornerinthe m- h space, which is an inherent feature of such phenomenological
models, results in a discontinuity in the FORC distribution . For the purpose of constructing a
meaningful FORC diagram, we smooth out this discontinuity by considering a distribution (Pike
et al., 1999) of the coercive eld b°® around the identied bS,, as given by Table. This distribution,
chosen for simplicity to be Gaussian in the present case, serves to mimic in an approximate sense the
collective response of a large number of grains in the material. In particular, we perform N different
computations with bt = b° (8i 2 [1,N]) obtained from a Gaussian distribution G(bf.,., ), where
the mean coercivity .., = 89.3 mT, as shown in Table A.11 by tting of a constant coercive eld
model whlge p = 150 mT is the standard deviation. Finally, the resulting m eld is computed as
m = 1=N _, m,. Considering N = 20, we obtain a suf ciently smooth FORC response as shown
in Fig. A.11. Contrary to the Preisach (1935) - Pike et al. (1999) model of the oppy disc material, in
the ESS framework, a small number of b with a narrow standard deviation is suf cient for accurate
reproduction of the FORC diagram. This can be attributed to the observation that the proposed ESS
framework contains a-priori the complex energetic-switching response during a partially-reversed
half cycle via the use of non-trivial hardening functions.

1The coercive eld he = (h- h;)=2should not be confused with the de nition of the material parameter coercive eld
in Chapter 3. One should treat the present de nition of h; exclusivelyin the context of FORC diagrams.
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Figure A.11: Model parameter identi cation of the major loop and one of the representative FORC with the
experimental hysteresis data for a oppy disc material (Pike et al., 1999).

Subsequently, by use of three hundred suf ciently smooth FORC data, we evaluate numerically
the FORC distribution  (h¢, hy ) by employing a backward Euler scheme. In such FORC diagrams, the
distribution of  with respectto h. and h, plays a crucial role in inferring micromagnetic information
of the material, whereas the magnitude of is somewhat less signi cant. Thus, it is customary to
normalize with respect to its maximum 5« and represent the FORC distributions in a normalized
scale of ¢ 1 ,1] (Pike et al., 2005; Roberts et al., 2014; Pohlit et al., 2016). Figure A.12 shows the
contour plot of the normalized in the oh.- ohy, space. The FORC diagram in Fig. A.12 quali-
tatively matches the experimental FORC diagram developed by Pike (2003) (see inset of Fig. A.12).
Our model successfully captures three major features of the experimental FORC diagram, namely,
(a) an asymmetric reversible ridge near gh, = 0 mT, (b) an irreversible peak near jh. = 87 mT
and oh, =- 5mT, and (c) a region with negative  below the irreversible peak (see Fig. 9 of Pike
et al. (1999)). The reversible ridge near ghe = 0 mT and h, = - 80 mT is due to the change in
the slope of the FORCs during their initiation at h = h,, i.e.,, ghc = 0. Interestingly, the peak of
the reversible ridge is asymmetric with respect to gh, = 0 axis. The irreversible peak in Fig. A.12
indicates the coercive and interaction elds at which the maximum irreversible changes take place in
the micromagnetic domains. Our model accurately predicts the location of the irreversible peak for
the oppy disk material.

Finally, we conduct a more quantitative analysis of the modeled FORC distribution in Fig. A.13a
and b by probing the computed  versus the experimental observation and the Pike (2003) model.
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Figure A.12: Constructed FORC diagram for the oppy disc material from the modeled FORCs, a subset of

which is shown in Fig.A.11. (inset) FORC diagram taken from Pike (2003) using the experimental FORC data
of the oppy disc material. For consistency, the notation of the interaction eld has been changed from Hy in
the original paperto Hy = ghy, while Hc = ghc.

We observe in Fig. A.13a that our model predicts fairly well the distribution of along ohy =- 5
mT. In fact, the proposed framework makes a better prediction in this case than the existing Pike
(2003) model. In turn, the Pike (2003) model is more accurate in predicting the peak of the reversible
ridge. As depicted in Fig. A.13b, our model successfully predicts the asymmetric reversible ridge
near oh. = 0 mT. However, the peak of the predicted ridge is slightly shifted from the experimental
observation. Perhaps, a more involved model comprising multiple switching surfaces (Francois-Lavet
et al., 2013) may be considered to model the reversible peak more accurately.

A.6 Concluding remarks

In this appendix, we introduce a simple yet effective framework for modeling the initial magnetiza-
tion and minor loops of a permanent bulk magnet. Speci cally, we incorporate the effect of initial
magnetic hardening of a virgin specimen by introducing an isotropic hardening law, leading to the
gradual growth of the switching surface until reaching a limiting surface, which encapsulates all the
internal switching surfaces during the magnetization/demagnetization. Symmetric and asymmetric
minor loops are modeled by introducing a set of discrete, history-dependent thermodynamic vari-
ables, that control the shrinkage and expansion of the switching surface depending on the loading
history and the state of magnetization. In this context, we utilize the existing framework of the
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Figure A.13: Variation of (a) with gh; for a constant gh, =- 5mT and (b) with gh, for a constant gh; = 0
mT.

bounding surface (originally used in the context of mechanical plasticity) and extend it to describe
the macroscopic response of permanent magnets. In particular, the present natural extension of the
existing switching surface framework of McMeeking and Landis (2002), Landis (2002) and Klinkel
(2006) enables us to model accurately the initial magnetization and the symmetric and asymmetric
minor loops up to rst order.

One of the key advantage of the proposed ESS model is the sequential increase in the model com-
plexity depending on the experiment we intend to model. Modeling only the major hysteresis loop
does not require any isotropic hardening or shrinkage/expansion of the switching surface depending
on the loading history. Hence, only the four material parameters related to the coercive eld and
the shape of the major loop are suf cient to describe the major hysteresis loop. On the other hand,
if one needs to model also the initial magnetization response, two additional hardening parameters
are further considered.

The modeling of the minor hysteresis loops necessitates a more tedious de nition of the switch-
ing surface depending on the state of magnetization and the loading history, whereas it requires
the determination of three additional material parameters. This sequential increase in the model
complexity also allows us to probe various experimental data by identifying the model parame-
ters in multiple independentsteps. In the present work, we use at most eleven model parameters
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to probe the most complex experimental loading history corresponding to rst order asymmetric
minor loops (FOMLSs). This makes the corresponding parameter identi cation a well-controlled and
fairly straightforward task contrary to the pseudo particle model (Bergqvist, 1997; Kalina et al., 2017),
which requires 30 to 50 parameters that need to be identi ed all at once.

In particular, the model has been used to probe and predict several experimental data including
the m—h responses of the purely nucleation-type sintered NdFeB magnets, the combined nucleation-
pinning-type NdFeB powder samples, the annealed nanocrystalline Co alloy and the b-h responses
of the MnMg steel and the 3% Si steel. Symmetric and asymmetric minor loop data from different
experiments are used to probe the effectiveness of the proposed evolution/shrinkage law for the
coercive eld b°. Excellent recovery and prediction of available experiments, whenever available are
obtained in the present study.
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ferromagnétiques douces et dures
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Résumé : Les élastomeres magnétorhéologiques
(MREs) sont composites a deux phases compre-
nant des inclusions métalligues magnéto-actives dans
une matrice d'élastomere mécaniquement souple.
Ce travail fournit un ensemble de modeles consti-
tutifs équivalents guidés microstructurellement pour
les MREs isotropes dans les espaces de variables
F-H, F-h, F-b et F-b. En fonction des propriétés
magnétiques des phases d'inclusion, les MREs
sont appelés doux (s-MREs) ou durs (h-MREs),
s'ils contiennent, respectivement, des particules
magnéto-actives (par exemple, fer) ou des particules
magnétisables de fagon permanente (par exemple,
NdFeB). A leur tour, les particules magnéto-actives
“douces” non-coercitives présentent une réponse de
magnétisation de type saturation, tandis que les
particules magnétiques “dures” fortement coercitives
présentent une hystérésis ferromagnétique.

Deux modeles équivalents, basés sur h et b, ther-
modynamiquement cohérents et indépendants de
la vitesse sont proposés ici pour I'hystérésis fer-
romagnétiqgue. Une homogénéisation numérique a
champ complet est ensuite réalisee an d'esti-
mer la réponse macroscopique des s- et h-MREs.

Ces estimates d’homogénéisation pour les s- et h-
MREs fournissent des informations cruciales sur les
réarrangements et les rotations.

Des modeles macroscopiques explicites et
entierement objectifs, qui deviennent identiques aux
estimations analytiques d'’homogénéisation dans cer-
taines limites, sont proposés pour les s-MREs dans
les deux espaces de variables F-H et F-B. Etant
donné que la plupart des propriétés effectives sont
estimées a partir des cas limites d'homogénéisation
analytique, le nombre de parametres du modele a
estimer via l'ajustement de la réponse du modele
se réduit a un. De la méme maniere, des modeles
constitutifs entierement objectifs et équivalents dans
les espaces de variables F-H, F-h, F-B et F-b, avec un
seul parametre supplémentaire, sont proposés pour
les h-MREs, ou les variables internes dans le Lagran-
gien F-H et F-B sont considérées comme étant dans
une con guration interm édiaire sans étirement.
D'excellents accords sont obtenus entre les modeles
proposés pour les s- et h-MREs et les estimations
numériques d’homogénéisation pour des matrices
ayant des modules de cisaillement G, > 0,3 MPa et
pour les fractions volumiques ¢ 30%

Title : Theoretical and numerical modeling of magnetorheological elastomers comprising magnetically soft

and hard patrticles

Keywords : Magnetoelasticity, nite elements, mechanics of materials, polymers

Abstract : Magnetorheological elastomers (MRES)
are two phase composites comprising magneto-active
metallic inclusions in a mechanically soft elasto-
mer matrix. This work provides a set of equivalent
microstructurally-guided constitutive models for iso-
tropic MREs in the F-H, F-h, F-B and F-b variable
spaces. Depending on the magnetic properties of
the inclusion phases, the MREs are referred to be
the soft (s-MRE) and hard (h-MRE), comprising of,
respectively, magneto-active (e.g., iron) and perma-
nently magnetizable (e.g., NdFeB) particles. In turn,
the non-coercive, “soft” magneto-active particles ex-
hibit a saturation-type magnetization response, whe-
reas, highly coercive “hard” magnetic particles exhibit
ferromagnetic hysteresis.

Two equivalent, h and b-based, thermodynamically
consistent, rate-independent models for the ferroma-
gnetic hysteresis are proposed herein. A full eld nu-
merical homogenization is carried out subsequently,
in order to estimate the macroscopic response of the
s- and h-MREs. These estimates for both s- and h-

MREs provide crucial insights on the particle rearran-
gements and rotations.

Fully objective, explicit macroscopic models, those
become exact to the analytical homogenization esti-
mates in certain limits, are proposed for the s-MREs
in both F-H and F-B variable spaces. Since most of
the effective properties are estimated from the limi-
ting cases of analytical homogenization, the number
of model parameters to be estimated via model res-
ponse tting reduces to one. Similarly, fully objec-
tive, equivalent constitutive models in the F-H, F-h,
F-B and F-b variable spaces, having only one additio-
nal model parameter, are proposed for the h-MREs,
where the internal variables in the Lagrangian F-H
and F-B-based formulations are considered to be in
a stretch-free, intermediate con guration.

Excellent agreements of the proposed models for the
s- and h-MREs are obtained with the numerical homo-
genization estimates for moderately-soft to relatively
stiff matrix phases having shear moduli G,> 0:3 MPa
and for particle volume fractionsc  30%
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