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ARTICLE INFO ABSTRACT
Keywords: Recent studies on magnetically hard, particle-filled magnetorheological elastomers (h-MREs)
Magnetorheological elastomers have revealed their stretch-independent magnetization response after full pre-magnetization.
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We discuss this phenomenon, focusing on incompressible, isotropic, particle-filled A-MREs. We
demonstrate that the fully dissipative model of Mukherjee et al. (2021) for arbitrary loads
can be reduced, under physically consistent assumptions, to the energetic model of Yan et al.
(2023), but not that of Zhao et al. (2019). The latter two are valid for small magnetic fields
around an already known pre-magnetized state. When the pre-magnetized 4/—MRE undergoes
non-negligible stretching, the Zhao et al. (2019) model yields predictions that disagree with
experiments due to its inherent stretch-dependent magnetization response. In contrast, the
Mukherjee et al. (2021) and Yan et al. (2023) models are able to accurately capture this
important feature present in pre-stretched #-MREs. However, for inextensible slender structures
under bending deformation, where stretching is negligible, the Zhao et al. (2019) model
provides satisfactory predictions despite its underlying assumptions. Our analysis reveals that,
in the fully dissipative model, magnetization can be related to an internal variable but cannot
be formally used as one, except for ideal magnets, and is subject to constitutive assumptions.
Furthermore, the magnetization vector alone is insufficient to describe the magnetic response of
an MRE solid; the introduction of one of the original Maxwell fields is necessary for a complete
representation.

1. Introduction and problem definition

In light of the recently burgeoning interest in magneto-mechanical materials, a plethora of theoretical, numerical, and experimen-
tal studies have emerged in the literature on magnetically soft (s-) and hard (4-) magnetorheological elastomers (MREs), also known
as magnetoactive elastomers or polymers. In the laboratory, and with some exceptions (Bednarek, 2006; Wang and Gordaninejad,
2009; Gong et al., 2013), three major classes of MREs have been fabricated: s-MREs containing carbonyl-iron particles (or other low
dissipative ferromagnetic particles), ~-MREs comprising magnetically dissipative particles (such as NdFeB or similar), and hybrid
MREs combining both types of particles. In most cases, the micron-sized particles are in the form of a powder and have fairly
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spherical or polyhedral shapes (Schiimann et al., 2017; Chang et al., 2023). Furthermore, during fabrication, degassing of the mixture
is carried out allowing the increase of the total particle volume fraction in the MRE and an overall incompressible response. This
study concerns such incompressible MREs, which exhibit enhanced magnetostriction and magnetization response together with
sufficiently stiff mechanical response.

The s-MREs exhibit high magnetic permeability and magnetization saturation but demagnetize immediately after removal of the
magnetic field (Danas et al., 2012). By contrast, ~-MREs have a significant magnetic coercivity and smaller magnetic saturation but
retain their magnetization upon removal of the magnetic field (Stepanov et al., 2017). At this pre-magnetized state, however, h-MREs
usually exhibit a relatively low magnetic permeability, close to unity. Soft- and hard-magnetic particles can be combined in a matrix,
yielding a new class of hybrid MREs (Stepanov et al., 2017; Moreno-Mateos et al., 2022b), that combine, in a non-trivial manner, the
individual advantages of s-MREs and A-MREs and improve the coupled magneto-mechanical response. With the exception of s-MREs,
which can be cured under a magnetic field to form particle chains and thus exhibit mechanical and magnetic anisotropy (Danas
et al., 2012; Danas and Triantafyllidis, 2014), the majority of the magnetoactive material systems fabricated and used to date tend
to be mostly isotropic, appearing also nearly homogeneous at the macroscopic scale owing to the micron size of the particles.

Here, we discuss a critical observation relevant to isotropic incompressible #-MREs focusing on the experimentally observed stretch-
independence of the magnetic response of these materials after full pre-magnetization. During the past decade, several studies,
theoretical (Mukherjee et al., 2021a) and experimental (Yan et al., 2021, 2023) for isotropic A-MREs (see also Danas et al. (2012)
for particle-chain s-MREs), have demonstrated that the amplitude of the magnetization is independent of the stretching (or stressing)
of the material. This finding distinctly opposes the well-known magneto-mechanical Villari effect observed in the context of pure
metallic polycrystalline magnets (Kuruzar and Cullity, 1971; Daniel et al., 2014), where the application of stress leads to a change
of the magnetization response, both the magnetic permeability and magnetization saturation of the magnet. By contrast, the stretch
independence of MREs has important consequences for their response when actuated by external magnetic fields.

In the past few years, numerous studies on A-MREs have made extensive usage of the Zhao et al. (2019) model, which has been
mainly tested against experimental data on slender structures subjected to pure bending and in the absence of any mechanical pre-
stresses or pre-stretches (at least of a non-negligible amplitude). In that model and several studies thereafter, the authors make the
assumption that the initial pre-magnetization, or, more precisely, remanent magnetic flux, transforms with the deformation gradient.
This assumption directly implies that the magnetization of the ~-MRE will change upon application of tensile or compressive loads,
which, as we shall review below, is not supported by recent (Yan et al., 2023) and earlier (Danas et al., 2012) experimental and
numerical studies (Mukherjee et al., 2021a). By contrast, the models of Mukherjee et al. (2021a), Mukherjee and Danas (2022) and
Yan et al. (2021, 2023) for h-MREs and the former models of Danas et al. (2012), Lefevre et al. (2017) and Mukherjee et al. (2020)
for s-MREs account for this stretch independence of the magnetization response to a fair extent and, thus, are able to describe cases
with non-zero pre-stresses and pre-stretches in a predictive manner.

The main focus of the present study is to closely examine and clarify the similarities and differences between (i) the simpler
uncoupled models of Yan et al. (2023) and Zhao et al. (2019) for ~-MREs and small magnetic loads around the pre-magnetization
state and (ii) the fully dissipative coupled model of Mukherjee et al. (2021a). The latter is pertinent for both s-and hA-MREs as
well as magneto-mechanical loads of arbitrary amplitude. By coupled and uncoupled magneto-mechanical response, we refer to the
ability of the model to predict intrinsic magnetostriction of an MRE under Eulerian applied magnetic fields in the sense described
by Danas (2017) and clearly discussed in Section 4. More importantly, we will show that under certain, physically sound assumptions,
the Mukherjee et al. (2021a) model may be reduced to the Yan et al. (2023) model but not that of Zhao et al. (2019).

Our manuscript is organized as follows. In Section 2, we introduce the main mechanical and magnetic quantities needed
for the analysis of the magneto-mechanical problem. In Section 3, we recall, briefly and concisely, the main ingredients of the
fully dissipative model of Mukherjee and Danas (2022) in the F-B space, which is an exact Legendre dual of the original model
of Mukherjee et al. (2021a) that was proposed in the F-H space. Here, F denotes the deformation gradient, while B and H are
the Lagrangian magnetic flux and field strength, respectively. In Section 4, we simplify, under physically sound assumptions, the
previous fully dissipative model to two simpler coupled and uncoupled energetic models for A-MREs, both of which are valid for
small applied magnetic fields around the pre-magnetized state. Then, we summarize the ~-MRE model of Yan et al. (2023), showing
that it turns out to be identical to the uncoupled energetic model of the present study. We proceed by discussing connections and
differences between the former two rotation-based models and the Zhao et al. (2019) model. Finally, we close by discussing the
limitations of the simpler models as well as the effect that the modeling of the surrounding air has on the response of the MRE.

2. Preliminary definitions

We consider a magneto-mechanical deformable solid that occupies a region V), (or V) with boundary 9V, (or dV) of outward
normal N (or n) in the undeformed stress-free (or current) configuration. Our analysis is restricted to quasi-static loading conditions
and we neglect mechanical body forces and viscoelastic effects. However, many of the points made in this work remain valid in
the more general case of viscoelastic materials (see, for example, recent works by Rambausek et al. (2022) and Stewart and Anand
(2023)). Material points in the solid are identified by their initial position vector X in the undeformed configuration V,, while the
current position vector of the same point in the deformed configuration V is given by x = y(X) = X + u(X), with u denoting the
displacement vector. Motivated by the usual physical arguments, the mapping y is required to be continuous and one-to-one on V),.
In addition, we assume that y is twice continuously differentiable, except, possibly, on existing interfaces (e.g., due to the presence
of different phases) inside the material. The deformation gradient and its polar decomposition is then denoted by

F = Grady = I + Gradu, F=RU, R'R=RR"=1, UT=U. @
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In this expression, R is an orthogonal tensor, U is the right stretch (symmetric) tensor and I the second-order identity tensor. Its
determinant is positive, i.e., J = detF > 0 to impose the impenetrability condition. Moreover, “Grad” denotes the gradient operator
with respect to X in the reference configuration. In addition, the reference density of the solid p, is related to the current density p
by py = pJ.

Traditionally, in the absence of electric currents and charges, the following three quantities are used to describe the magnetic
state of a solid in the current configuration:

+ the current magnetic flux b;
« the current magnetic field strength h; and
« the current magnetization m, which, by construction, is zero in non-magnetic domains.

It is important to note, however, that these three quantities are not independent of one another; they are related by the constitutive
relation b = y,(h + m), which may be recast as

m = ib —h in VP, 2)
Ho

with g, denoting the magnetic permeability of vacuum, air, or non-magnetic solids.

Remark 1. In fact, the expression in Eq. (2) is a definition of the magnetization vector in the current volume V, which, however,
is not defined on its boundary 0V, and does not have a unique Lagrangian definition (Dorfmann and Ogden, 2004). Moreover, by
definition, m = 0 in a non-magnetic body. This statement implies that m is insufficient as a variable to describe the presence of
magnetic lines (in the sense of Maxwell) in the surrounding air or in the non-magnetic medium more generally (e.g., a polymer), two
settings that are commonly of interest in most problems involving magnetic materials. In these two cases, one is left with the relation
b = uh, which implies (in the sense of a continuum medium) that b is linearly dependent on h, and vice versa, via the magnetic
constitutive parameter y,. Henceforth, we seek to reconcile, in certain special cases, the approaches using the original Maxwell fields
b and h (or their Lagrangian counterparts discussed below) as working variables (Dorfmann and Ogden, 2003) and those using all
three, b, h, and m (Brown, 1963; James and Kinderlehrer, 1993; Kankanala and Triantafyllidis, 2004). Moreover, in Section 4, we
will show that m, unlike the original Maxwell fields b and h, can be related to an internal-and not an independent-variable that
describes permanent magnetization states in the MRE solid.

At large strains, the fields b and h can be pulled back from V to V, to their Lagrangian forms, denoted by B and H, respectively,
such that (Dorfmann and Ogden, 2003; Kankanala and Triantafyllidis, 2004; Bustamante et al., 2008)

B=JF'b, and H=FTh. 3)

Moreover, as has been extensively discussed in the literature (see, for instance, Dorfmann and Ogden (2005)), Eq. (2) is not form
invariant under transformations, which is a manifestation of the non-unique definition of m. The Lagrangian B is also divergence-free
and H is curl-free, such that

DivB=0 in Y, [BI-N =0 inoVy, @
and
CurlH=0 in Y, [HIx N =0 ondVj. 5)

The explicit notation 0173 and 617% serve to denote the corresponding parts of the boundary where jumps in B and H are applied.
The total Cauchy stress tensor ¢ and the total (first) Piola—Kirchhoff S read, respectively,

c= 5SFT, and S=JFlo. 6)
In the absence of mechanical body forces and dynamic loads, both of these stress measures are divergence-free, for instance,
DivS=0 inV, SF'=FS’, and [S]-N -T=0 ondV, )

where T denotes the mechanical traction in the reference configuration applied on the corresponding part of the boundary OV(T).
3. The magnetic dissipation model of Mukherjee et al. (2021a)
3.1. Internal variable for magnetic dissipation

A thermodynamically consistent model for any dissipative material may be constructed through the definition of a finite number
of internal variables, which reflect the irreversible processes the material undergoes under external loads. Those internal variables
are, in general, difficult to measure directly in an experiment (e.g., plastic strain, or magnetization), and moreover, they cannot
be controlled with direct manipulations (Bassiouny et al., 1988; Eringen and Maugin, 1990). Nevertheless, they are necessary to
describe the time evolution of the internal state of the material since they carry information on the history of the processes (e.g.,
motion of dislocations and domain walls, bypassing or pinning at obstacles). In this regard, one of the main differences between
h-MREs and s-MRE:s is the underlying magnetic dissipation of the filler particles (e.g., NdFeB) in the former. Upon cyclic magnetic
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Fig. 1. Definition of the reference, intermediate and current configurations of volume V,, V; and V, respectively, along with the different field variables defined
therein.

loading, as a consequence of the finite strains and the magneto-mechanical coupling, the response of the ~-MRE composite exhibits
both magnetic and mechanical hysteresis.

Through the extensive analysis of data from numerical RVE simulations, Mukherjee et al. (2021a) have shown that only one
internal remanent H-like' vector variable,

H eR3, (8)

which lies in the stretch-free, intermediate configuration V; (see Fig. 1) suffices to describe the magneto-mechanical behavior of an
incompressible h-MRE. This assumption is not unusual. For example, the analogous classical J, flow theory of elasto-plasticity makes
a similar assumption for the plastic deformation gradient F? (Lee, 1969) or plastic strain & (Hill, 1950).

Remark 2. We note at this point that H" is a magnetic variable, independent of the deformation gradient F, and as such implies
(see Fig. 1) that one may define a Eulerian remanent field, h’", that is stretch independent and is given by a push-forward operation,
i.e., " = RH’, with R defined in (1),. Similarly a pull-backward operation may be carried out leading to a Lagrangian remanent
field, H" = UH’, with U defined again in (1),. Nevertheless, those measures are non-essential since they cannot be given any
particular physical interpretation, and more importantly, given that they are not independent variables, they cannot be measured
or directly controlled (Eringen and Maugin, 1990).

A direct consequence of the above unambiguous numerical and theoretical results is that the current magnetization vector, m
(indirectly related to H") is affected by macroscopic rotations but not stretches, as we will show in the following sections. These
observations are also confirmed experimentally and independently in the works of Yan et al. (2021, 2023) for A-MREs and the
earlier study of Danas et al. (2012) for s-MREs.? In particular, Yan et al. (2023) have first employed a three-dimensional (3D) model,
based on that of Zhao et al. (2019) (hereon denoted as the FM-model with M being the pre-magnetization vector), which leads to
changes of the magnetization amplitude (and direction) upon application of a deformation gradient. The authors showed that, in
some cases where stretching is not negligible, this FM model yields unphysical predictions (i.e., in disagreement with experimental
data), as they demonstrated for the specific configuration of a thin plate made of an h-MRE, actuated under combined mechanical
(pressure) and magnetic loading. Following an alternative point of departure, these authors then developed a model (hereon denoted
as the RM-model), which, upon application of a deformation gradient, F = RU, imposes changes solely in the orientation of the
magnetization vector due to the presence of only the rotation part, R, and not the stretch part, U. This RM-model was found to
yield predictions in excellent agreement with experimental data, as we will discuss in more detail in Section 6. Yan et al. (2023)
also demonstrated that classical dimensional-reduction techniques to derive equilibrium equations for inextensible slender structures
(beams, elastica, plates, and shells) that invoke Euler-Bernoulli or Kirchhoff-Love hypotheses for the kinematics (i.e., normals stay
normal to the center-line/mid-surface and do not stretch) naturally block the stretching and give the erroneous impression that
FM models are appropriate for such structures made of 4~-MREs. Similarly, but for incompressible, particle-chain s-MREs, earlier
experimental work by Danas et al. (2012) showed that pre-stressing of the material (even when anisotropic) and upon the application
of an external magnetic field, leads to an effectively unchanged amplitude of the magnetization response, albeit strongly affecting
its magnetostriction.

1 Given the arbitrary nature of choosing internal variables, it is evident that one could also have reasonably chosen a B-like variable. Mukherjee and Danas
(2022) subsequently showed that such a choice is inconsequential for the analysis and is a mere matter of taste.
2 We recall that the case of s-MREs may be recovered in the limit of vanishing dissipation of the 4-MRE model (Mukherjee and Danas, 2022; Danas, 2024).
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The two independent experiments discussed above and reported in Yan et al. (2023) and Danas et al. (2012), together with
their respective numerical and theoretical analyses therein, provide unambiguous and convincing evidence that the amplitude of the
magnetization response of isotropic or particle-chain, incompressible particle-filled MREs more generally is insensitive to mechanical
stretches. Certainly, considering large shear loads may alter the direction of magnetization, consequently rendering the analysis
highly nuanced and intricate. In this context, it is noteworthy that incompressible MREs do not exhibit the inverse magnetoelastic
Villari effect of metallic magnets, which do so but are compressible and the applied stresses are of a much higher amplitude (Kuruzar
and Cullity, 1971).

In Section 4, we will demonstrate that the current magnetization m is a function of H", implying that m (or its representation in a
different configuration) can be linked directly to an internal variable; cf. the relevant work of Klinkel (2006), Linnemann et al. (2009)
and Kalina et al. (2017). However, we will see that failing to use an appropriate transformation of m can lead to important errors.
We will then establish a direct connection between the full dissipative theory of Mukherjee et al. (2021a) and Mukherjee and Danas
(2022), as well as the simplified energetic models of Yan et al. (2021, 2023). We emphasize that the latter two studies provided
strong experimental evidence for the fact that the current magnetization is stretch-independent and affected only by rotations.

In the remaining of the work, we focus on isotropic, incompressible, particle-filled 4-MREs.

3.2. The isotropic magneto-mechanical invariants for h-MREs

A natural way to satisfy the conditions of even magneto-mechanical coupling, isotropic material symmetry, and frame indiffer-
ence is to express the energy density and dissipation in terms of appropriately chosen isotropic invariants. In Mukherjee and Danas
(2022), a dual formulation in the sense of Legendre-Fenchel was proposed for A-MREs, yielding exactly equivalent constitutive laws
in both the F-H and F-B space. In the present study, we focus on the F-B formulation, which allows us to make direct contact
with Yan et al. (2023), as well as assess the limitations of the earlier model of Zhao et al. (2019). Moreover, for consistency with
earlier works by a subset of the authors of these two studies, we will also present a quasi-incompressible version of the models.
Note, however, that the formalism we will propose is only valid for minor volume changes and not for general compressible MREs;
for the latter, we refer to the recent work of Gebhart and Wallmersperger (2022a,b) on this topic.

First, we will define the general set of available invariants, C = F'F, B, and H’, given the corresponding arguments.
Subsequently, we will select a subset of them to model the A-MREs; a choice that is primarily motivated by corresponding numerical
RVE simulations of two-phase A-MRE composites (Mukherjee et al., 2021a). While this choice does not represent a rigorous result,
it serves as an effective homogenization-guided approach. This strategy ensures that the number of invariants remains minimum
and keeps the model entirely explicit.

Mechanical invariants.

I, = tr(C), L=J>=detC=1, 9)

Magneto-mechanical invariants in F-B formulation.

IP=B-B, ¥ =B.Cc™' 1", Ij*=H"-CH"
I =B-CB, 15 =B C'*H", I =H -H.
1 =B-C’B, 13 =B CH LY =H -CH" (10)

3.3. Energy densities and dissipation potential

We express the energy density, W (F,B), as the sum of three distinct energy densities, namely, the purely mechanical (py¥ccn)s

purely magnetic (pyy.,) and coupling (p¥oup1c) Such that®

WE.B.H") = pgPrecn(Iy: ) + poPag (U2, IE, TE) + pgWn o (157, 15 120 1350) 4 ﬁl?, a1
where p, is the reference density of the solid, and the last term (/. ;3 /2uy) in Eq. (11) represents the energy associated with free space
with yu, being the magnetic permeability in vacuum or in non-magnetic solids such as the polymer matrix phase. This last term is
necessary for mathematical consistency (Dorfmann and Ogden, 2003, 2024) as well as for modeling the effect of the surrounding
air upon the MRE body. We also note that in the proposed model in Eq. (11), a subset of the invariants defined in Eq. (10) was
found to be sufficient for the problem at hand.

The mechanical energy density. The purely mechanical free energy density py¥p.c, in Eq. (11) may be chosen to correspond to the
analytical homogenization estimate of Lopez-Pamies et al. (2013) for a two-phase composite made of an incompressible nonlinear

3 In the original work of Mukherjee and Danas (2022) the notation W® was used to distinguish between the F-B model and the equivalent dual in the F-H
space denoted with W In the present work, we only use the F-B version, and thus, the relevant superscripts will be dropped for simplicity of the notation. In
turn, for clarify, the superscripts will be maintained when writing the invariants.
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Table 1

Magnetic properties of the particles.
Volume Energetic Remanent Magnetization Coercivity
fraction susceptibility susceptibility saturation
c [-] x5 -] x -] my [MA/m] bg [T]

elastic matrix comprising isotropic distributions of rigid-particles, such that

K, ) J7H3 -3
Po¥necn1s ) = (1 = )po¥ppecn(1) + mﬁ’ -, L= Ao
where c is the particle volume fraction, K, (much larger than the shear modulus) is the compressibility modulus and ¥, ;. is the
free energy density of the matrix. The purely incompressible result (i.e., K, — o) recovers the dilute estimate of Einstein (1906)
and satisfies the well-known (Hashin and Shtrikman, 1963) bounds for such composites. Notably, the homogenization estimate
in Eq. (12) holds for any I,-based incompressible rigid-particle-matrix composite and was shown by Luo et al. (2023) to also be
extremely accurate for quasi-incompressible matrices. Thus, the choice for the constitutive law of the matrix phase remains versatile
in the present modeling framework. Evidently, in the limit of ¢ = 0, the homogenized energy recovers that of the matrix phase; i.e.,
lim,_o Vrecn (11> J) = Wypeen (11, ). By contrast, lim,_,; ¥, (I}, J) = +00, thus recovering the energy of a mechanically rigid material,
such as that of the particle in the present case.
It is important to note that the above homogenized mechanical energy for the MRE may be replaced readily by any other
mechanical energy of a phenomenological type that is available or better suited for the material at hand, as will be discussed in
Section 5.

3, 12)

The magnetic energy. The magnetic free energy, py¥p..> in Eq. (11) reads (Mukherjee and Danas, 2022)

ag?

IHr
B yBHr gHry_ L X° B gmar, Ho 142¢\ mr , Ho (M) V's
pO!‘Umag(l ,15 r’ISr)__%1+1e15+15 r+7(}{e+T [5r+?7fp por . (13)
P

In Eq. (13), y2 is the remanent susceptibility of the underlying magnetic particles, whereas the “effective” parameters y¢ and m* for
the composite are given in terms of the particle magnetic properties and its volume fraction ¢ as

3c;(; l+)(;
e _ , d S = N . 14
d 3+(l-oxg " " cmp<1+xe> s

In this expression, y¢ and m? are the particles’ energetic susceptibility and saturation magnetization, respectively. To summarize, the
energy in Eq. (13) involves a total of five magnetic parameters of the particles summarized in Table 1.

The saturation-type magnetization behavior of the #-MRE is captured by the nonlinear function Sp(%) in Eq. (13), whose choice
needs to be made depending on the specific saturation response of the (hard/soft) magnetic particles. Representative examples of
possible choices for the functional form of f,(x) to describe different hard-magnetic particles have been provided in Mukherjee and
Danas (2022) and Danas (2024) and are not repeated here for brevity. In what follows, we use the inverse hypergeometric function,
which reads

fp(x) = —[log(1 — x) + x]. (15)

The physical interpretation of the various parameters introduced above is elucidated using Fig. 2, which, for simplicity, refers to
the case of ¢ = 1, corresponding to the magnetic response of pure particles (absent a matrix phase). Note that for ~-MRE composites,
which typically have ¢ € (0,0.3] (Moreno et al., 2021), the interpretation we will provide remains qualitatively unchanged. Fig. 2a
shows a schematic of a magnetic particle subjected to a full cyclic magnetic load h = h e;. Given that the particle is considered
mechanically rigid, in this plot we probe the purely magnetic laws described previously. In the plot of Fig. 2b, we observe that
X and X combined together control the increasing slope of the magnetization curve past the coercive field »¢ (to be discussed
separately, below, in the context of the dissipation potential). In turn, b alone controls the initial loading and unloading slope
of the curve prior to reaching by or simply the relative magnetic permeability at zero magnetic loads and a pre-magnetized state.
The parameter m, defines the saturating value of the magnetization. The special case of y¢ = 0 corresponds to an ideal magnet,
i.e., a magnet that reaches exactly the saturating m® value at sufficiently large applied magnetic fields. By contrast, actual magnets
continue to exhibit a slight increase of m up to large fields, a process that is controlled by the parameter Xy which typically has
relatively small values ranging from 0.01 to 0.2.

The coupling energy. The proposed coupling free energy, p,¥. in Eq. (11) is written as (Mukherjee and Danas, 2022)

ouple>

2 e
PO coupre 115, T2, 185, 1BH5) = ¢ [ﬂo(l (-0 - (e - ISBHf)]. (16)

with the coupling parameter

Blc) = 19¢2 — 10.4¢ + 1.71, Ve €[0,0.3]. a7
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Fig. 2. (a) Schematic of a magnetic particle subjected to a full cyclic magnetic load h = he,. (b) Normalized magnetization response versus the normalized
field strength. Both ideal (g =0; black dashed line) and actual ( 2y =01 blue solid line) hysteresis loops are shown along with the slopes of the m — h response
before and after magnetic switching, i.e., before and after reaching the value be /uomy. (€) Normalized magnetization responses for finite (black dashed line) and
zero (red solid line) coercivity by / Hom;, lead to, respectively, hysteretic and energetic magnetization responses.

Source: Both plots were adapted from the previous work of Mukherjee and Danas (2022).

The coefficients in this last equation were obtained by calibrating the analytical model to the corresponding 3D representative
volume element (RVE) simulations of random distributions of magnetically hard particles in an elastomer matrix phase. This coupling
parameter f(c) may be independently calibrated against experimental data or other available numerical estimates if required. In
Eq. (16), we highlight the simple linear dependence of the coupling energy density on the invariants, making it possible to obtain
a dual energy density in the F-H space, as discussed in detail by Mukherjee and Danas (2022) and not shown here for brevity.

The dissipation potential. The dissipation potential D remains to be defined, which, along with the energy density W, will complete
the constitutive relations in our model. Given that viscoelastic effects are not considered in the present manuscript (but see recent
works in this direction by Rambausek and Danas (2021), Lucarini et al. (2022) and Stewart and Anand (2023)), the rate-independent
dissipation potential is given in terms of K" only, such that (Mukherjee and Danas, 2019; Mukherjee et al., 2021a)

D(H") = b|H'| 2 0, 18)
where |.| denotes the standard Eulerian norm and b¢ is the effective coercive field of the composite given by
4/5
1 e
po=pe( o) 19)
P\ 1+ 3

In this expression, ¢ and y¢ are the particle coercivity and energetic susceptibility, respectively, whereas y¢ has been defined in
Eq. (14). Typically, for a hard-magnetic composite, the effective coercivity is given by »° = by (Idiart et al., 2006). Nonetheless, the
multiplicative term of 5¢ in Eq. (19) serves as an effective correction term for an actual magnet and can be obtained from available
experimental data. From the plot in Fig. 2c, we observe that by letting by — 0 (and by extension 5 — 0), one obtains a purely
energetic magnetization response (without hysteresis), relevant for the modeling of s-MREs. This limit, however, is not analytical,
and for this reason, alternative analytical expressions were proposed in Mukherjee et al. (2020) for the case of purely energetic
s-MREs that are able to reproduce closely (Mukherjee and Danas, 2022; Danas, 2024) the limiting s-MRE response obtained by the
present full dissipative model.

The derivative of the dissipation potential in Eq. (18) with respect to H" is non-unique at |H'| = 0. Hence, we start from the
Legendre-Fenchel transform of D, i.e., D*, such that

D*(B') = inf [B’ H - b |1'{’|] (20)
i

in the rate-independent limit. In this last expression, B" is the remanent B-like field conjugate to H", such that upon the use of

the condition in Eq. (20), one can define the dissipation potential also as D = B" - H' > 0. The minimization condition of the last

expression leads to a criterion known as ferromagnetic switching surface (Landis, 2002; Mukherjee and Danas, 2019)

o(B) = B> - (b =0, 1)

which must be satisfied during the energy dissipation in a magnetic loading/unloading cycle. With Eq. (21), one may recast the
dissipation potential D(#{") by introducing a (non-negative) Lagrange multiplier A, so that

DAH') = sup inf B’-H’—AtD(B’)]. 22)

B A20

In fact, substituting B” = »H"/|H"| (the minimization condition of Eq. (20)) yields exactly D(H") = b°|H’| but now with the
constraint in Eq. (21), which must be satisfied to make the term A®(/") in Eq. (22) vanish.



K. Danas and P.M. Reis Journal of the Mechanics and Physics of Solids 191 (2024) 105764

The constrained dissipation potential in Eq. (22) leads to the following set of equations necessary to obtain the evolution of B":

H’:A%, d(B") <0, A>0 and A®=0, (23)
with H"(t = 0) = 0. These conditions are also known as the Karush-Kuhn-Tucker (KKT) conditions (Karush, 1939; Kuhn and Tucker,
1951).

With Eq. (23), the evolution equations for the internal vector variable H" are now fully defined, concluding our overview
of the fully dissipative A-MRE model of Mukherjee et al. (2021a) and Mukherjee and Danas (2022). Evidently, this model is
path- and history-dependent. Its mathematical similarity to J, flow theory of plasticity allows us to resort to already well-known
numerical algorithms (such as the radial return algorithm) to resolve the evolution equations and evaluate the deformation and
magnetic fields under general magneto-mechanical loads. The model must be solved numerically, as is the case in all incremental
elasto-plastic models in the literature. Yet, our model for MREs is explicit in the sense that all expressions are analytical and,
thus, straightforward to implement in material subroutines to solve general boundary value problems (Rambausek et al., 2022).
Numerical implementations of the model in user element routines for Abaqus and FEniCS are available in Mukherjee et al. (2021b)
and Rambausek et al. (2021). Corresponding predictions of the proposed model may also be found in those papers and are not
repeated here for conciseness.

In closing this section, it is worth noting that it is possible to further enrich the present modeling framework to take into account
more complex magnetic phenomena if deemed necessary. Possible areas for extension include switching surface shrinking during
asymmetric cyclic loads, the evolution of the coercivity with temperature, or even rate or frequency effects. However, at present,
there is a striking lack of experiments in the literature to study these phenomena. These experiments must be tackled first so that
their results can inform future model extensions. A first effort towards this direction may be found in the earlier work of Mukherjee
and Danas (2019).

4. An energetic model for small magnetic fields after pre-magnetization

For small amplitudes of the applied magnetic field, where the norm of the remanent B” field is smaller than the coercive value
bg, or simply, when @ < 0 in Eq. (21), H" remains constant (in time) throughout the actuation process even when the applied
deformation is large. This observation enables us to propose a simplified purely energetic model obtained from the more general
dissipation model discussed in Section 3. To do so, we set a constant amplitude and direction to H" (Moreno-Mateos et al., 2022b,
2023)

H =C, |Cl<0Q (24)

with Q denoting some real non-infinite number. Since H" is constant,* variations of the energy with respect to H" are null and one
may write a purely energetic model defined by the energy density

1
WEE,B;H") = poWecn(I1: ) + poWPagS, I2) + poWoupre (I} 157, 18) + 2/4—J1§, (25)
0
where the superscript e stands for “energetic”.
In this last definition, naturally, the mechanical energy density term remains unchanged from Eq. (12).

The purely magnetic free energy written in Eq. (13) now simplifies to

B ey ___ L _X° p_ e
0¥ mag s, 15 r)__ml+;(915 + IS, (26)
with y¢ given by Eq. (14). Furthermore, any terms in the energy that only involve H" (but no F or B) are constant and, thus, can be
dropped. For this case of small magnetic loading, the coupled energy term is obtained by simplifying the original coupling energy
density written in Eq. (16) to

2x¢
P T 1) = )1 = 215 = 2 (125 125)|. @

Remark 3. Both the amplitude and direction of the internal variable H" need to be prescribed in this simplified energetic model.
They can be proposed heuristically based on intuitive arguments (as is usually done in the literature for simple structures). Alter-
natively, they need to be evaluated from an independent calculation of the magnetic dissipation to estimate the pre-magnetization
profile in a magnetoelastic structure (Mukherjee and Danas, 2022).

Current magnetization. Using the above expressions, one may directly evaluate the current magnetization in the ~-MRE. Noting from
the polar decomposition in (1) that F-7 = RU~! and C!/? = U (since C = U?), one can show using Eq. (3), that

4 We precise here that H" may vary in space, i.e., along the length of a beam but does not change with the applied loads in time.
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_ ) 1 ¢ 2cpy®
h=F"H=FT2Z_ = — FB-—2  FB+RH + RH —-RCH"). 28
0B ugJ o (1 + x°) 1 +;(e( ) (28)
Next, use of Eq. (3), leads to
e 2 e
heLbo — 2 by RH +cp—X _RH —RCH"). (29)
Ho Ho(l + x©) I+ xe

A direct comparison between this last relation and the definition for the current magnetization in Eq. (2) yields

m=—2%  p_Rja - 2XPX

Ho(l + 2 1+ x¢

which provides a relation between m, b, and H" in the energetic, coupled model proposed here.
Certain observations follow:

(RH"-RCH"), (30)

+ In the absence of an applied magnetic field b, the current magnetization m is only a function of H" and the rotation part of
the deformation gradient R.

In the case of non-ideal A~-MRE, where y¢ # 0 (see the example in Fig. 2 or Stepanov et al. (2017) and Mukherjee and Danas
(2019) for relevant experimental data), m evolves with the (applied) Eulerian magnetic flux b (as shown in Fig. 2b) with a
slope that is not p, but depends on y°. In turn, y° is a function of the particle permeability and volume fraction as defined
in Eq. (14). Note, however, that in realistic ~-MREs, y¢ is rather small (ie., y¢ ~ 0.01 — 0.2) and, thus, may be neglected in
several cases of interest (Zhao et al., 2019).

We observe that m is not a proper internal variable since, still in the general case of non-ideal A-MREs, m depends also on b
and not only on H".

The last term in Eq. (30) implies that for non-ideal magnets with y¢ # 0, m will change with the application of a stretch in
the full energetic model defined in Eq. (25). Nevertheless, this last term is substantially smaller than the first two, since in
actual A-MREs, y¢ ~ 0.01 —0.2 and cp are of a similar order when ¢ < 0.3. This implies that this term is, in practice, very small
and will essentially lead to negligible changes in magnetization amplitude for stretches as large as three (i.e., 200% strain). As
such, we reiterate the observation that m is a function of H" and nearly stretch independent in most cases of practical interest.
This term, however, derives from the coupling part of the energy, which is essential for the prediction of magnetostriction at
large magnetic fields.

4.1. Special case of uncoupled, ideal h-MRE

The case of an ideal magnetic (energetic) ~-MRE, i.e., one with ideal magnetic particles (see Fig. 2b) has been extensively used in
the literature owing mainly to the seminal work of Zhao et al. (2019), which focuses, however, on slender MRE structures subjected
mainly to bending deformations. Next, we provide a detailed discussion of how the full energetic model in Eq. (25) can be simplified
for the case of ideal magnetic ~-MREs and comment on the implications of this simplification.

We start by using an uncoupled magneto-mechanical energy, an approximation that was considered in the earlier models of Zhao
et al. (2019) and Yan et al. (2023), as well as more recently in Moreno-Mateos et al. (2023), and can be implemented by setting
p =0 in Eq. (27), leading to

p()qjcouple =0. (31)

Here, the notion of an uncoupled response is meant in the sense of the homogenization analysis carried out by Danas (2017), where
it was shown that under the application of a Eulerian magnetic field b®"P, the purely magnetic energy in Eq. (26) induces no net
intrinsic magnetostriction of the MRE. Nonetheless, by uncoupled, one should not be confused with the apparent magneto-mechanical
coupling induced between a magnetic structure (even with negligible magnetostriction) and the surrounding magnetic field; this
is, in fact, a strong effect with the rotation of a metallic needle in a compass the canonical example. While the compass needle
has negligible magnetostrictive strains, the structure interacts with the surrounding magnetic field to indicate the direction of the
Earth’s magnetic poles.

Another approximation required to recover the magnetic response of an ideal 2-MRE consists in setting X =0, and thus y¢ =0,
in the energetic model of Eq. (25). This approximation simplifies the magnetic energy in Eq. (26) to

P0Pag I5) = IFF5 =B C'/H". (32)

The effect of setting Xy =0 has been discussed in Section 3.3 (cf. Fig. 2b) and serves to impose that the relative magnetic permeability
of a pre-magnetized h-MRE is exactly equal to unity in the absence of an applied magnetic field.
Gathering the approximations and statements provided above, we obtain the following simplified energetic model for an ideal
h-MRE:
WERE B HY) = pPeen (I, ) + 195 4 [
2p0d

=ﬂo‘l’mech(11,J)+B~C'/2H’+LB-(CB. 33)
2p0J
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Following the same steps presented in Eq. (28), or simply setting ¢ = 0 in Eq. (30), one can readily show that in the present case
of an uncoupled, ideal 2-MRE, the current magnetization is

m=-RH". (34)

Importantly, given the starting assumptions, especially in light of Eq. (24), we observe that the magnitude of the current
magnetization, |m| = |H"| = |h"|, remains unchanged with the application of a small applied (external) magnetic field and is
entirely stretch-independent. Even in this simplified case, m cannot formally serve as an internal variable since it depends on the
rotation R(F), which itself is a function of the deformation gradient. By contrast, it is evident that m will exhibit properties similar
to H", which, by definition, is an internal variable (and independent of F or B).

For the purpose of comparing this uncoupled model with the models of Yan et al. (2023) (cf. Section 5) and Zhao et al. (2019)
(cf. Section 6), it is helpful to define an energy per unit current volume w®® = We%/J, which, together with the result Eq. (34),
reads

WeRE, b, H") = po¥pecn(I1,J) + JRH" - b + zib -b, (35)
Ho

or equivalently

werE, b, H') = ”J—“ (I ) —m b+ ﬁb ‘b (36)
It is straightforward to show then that
Juwsk 1
=- —b=h 37
b m + o (37)

Remark 4. The derivatives of both the coupled, W, and the uncoupled WeF energies with respect to F lead to a symmetric total
Cauchy stress, which may be split to a sum of an energetic mechanical stress and a Maxwell stress. Those expressions have been
discussed extensively in Mukherjee and Danas (2022) and are not reported here for brevity.

5. The energetic model of Yan et al. (2023)

Following an approach similar to that of Zhao et al. (2019) and Yan et al. (2023) proposed a magneto-elastic model for A~-MREs
valid for small magnetic fields around a pre-magnetized state. Inspired by their own experimental results, the model in Yan et al.
(2023) does, however, take into consideration the stretch-independency of m, contrary to that of Zhao et al. (2019), which does
not.

To facilitate the comparison between these existing models and the framework presented in this work, we have updated their
notation in the summary of the model of Yan et al. (2023) provided next. The behavior of a bulk, magnetically ideal ~-MRE under
a small applied magnetic field and a fully pre-magnetized state is described by a Helmholtz free energy density, summing an elastic
mechanical part, py¥,.., and a magnetic part, p,P2L, > such that

mag’

mag

P P
w(C, b, m) = TOTmech(Il,J) + TOWRM (m, b). (38)
For the mechanical part, the authors used a simple quasi-incompressible neo-Hookean model of the form

”TOWRM L) = %(rzﬁFT ‘F-3)+ §(J -1 (39)

mec.

In this expression, the shear, G, and bulk, K, moduli of the ~-MRE may be either measured directly from experiments or estimated
using the homogenization result in Eq. (12). For the experimentally relevant case of a neo-Hookean matrix phase and mechanically
rigid particles, use of the homogenization estimates leads to (Lopez-Pamies et al., 2013; Luo et al., 2023)

K
. and K=_—"—, (40)
-0 21-0)

where G, is the shear modulus of the polymer matrix and c¢ is the volume fraction of the rigid NdFeB particles.
The corresponding magnetic energy reads

G =

P
TOng(m, b)=-m-b. (41)

Subsequently, the authors, making use of direct experimental evidence and numerical results of Mukherjee et al. (2021a), described
the pre-magnetized state using a magnetization measure M, which is constitutively linked to the current magnetization m via

m=J 'RM, M e R>. (42)

5 In the original studies of (Yan et al., 2023, 2021), the notation U® = p,¥,,, and U™ = pollfn?:[g was used.
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The vector M serves to describe the pre-magnetization state, which remains fixed during actuation. More importantly, the fact that
M is related to the current m via R (and not via F) implies that it lies at an intermediate stretch-free configuration. By direct
comparison with the energetic models presented in Section 4.1, one can connect the internal variable H" and M simply by setting

H =-J"'"M. (43)

As such, the model of Yan et al. (2023) turns out be exactly equivalent (up to the background term 1/uob - b) to the simplified,
energetic version of the Mukherjee et al. (2021a) and Mukherjee and Danas (2022) model presented in Eq. (36).

6. The Zhao et al. (2019) model versus the energetic models of Mukherjee et al. (2021a) and Yan et al. (2023)

In the original work of Zhao et al. (2019), the authors considered a remanent magnetic field,® b", which has the characteristics
of an internal variable similar to 1" defined in Eq. (8). They also assumed that b and h remain linear and with a slope y, at small
applied fields (i.e., ideal A-MREs), which is a fair assumption since the relative permeability in such materials is close to unity, as
already discussed in Section 1. Together with the very definition of the current magnetization in Eq. (2), this assumption yields

h= i(b -b") > b" = yym. (44)
Ho

Subsequently the field b is pulled back to obtain a Lagrangian remanent field, B” (denoted as B" in their article), defined as
B = JF b = JpuF'm, (45)

which is directly related to the remanent field in the ~-MRE after strong pre-magnetization. By contrast, during pre-magnetization
the above relation implies

%FB’ =b" = pM, (46)
and leads to h = 0 during the pre-magnetization operation.
Subsequently, B" is chosen as the main independent state variable in the problem, leading to the following definition of the
energy density:

Po 1
w™(C, b, m) = TWmech(I,,J) - J—ﬂOFB’ -b. 47)

Importantly, this form of the energy density implies that the constant Lagrangian remanent field,” B", directly leads to strong stretch-
dependent b” and m. As a consequence, it follows that for arbitrary stretches U (from the polar decomposition U = R” F), their model
predicts that the current magnetization could become substantially larger than the saturation magnetization of the 4~-MRE since it
evolves with the deformation gradient F.

By contrast, Zhao et al. (2019) have only implemented and used the proposed F-B" = F-M model in situations of very small
stretches, such as bending of an actuated beam or plate, which are both slender geometrically and thus use of the inextensibility
condition results naturally to a stretch independent magnetization response. If, however, the plate, shell or beam is stretched, as
is the case in the experimental results of Yan et al. (2023) and the recent studies of Stewart and Anand (2023) and Zhang et al.
(2023), then significant discrepancies may be observed between the FM model of Zhao et al. (2019) and the RM model of Yan et al.
(2023) and that of Mukherjee et al. (2021a).

We proceed by reviewing the subset of results from Yan et al. (2023) that are relevant to, and provide evidence for, the discussion
in the paragraph above. For convenience, these results are reproduced in Fig. 3. As shown in the schematic diagram of Fig. 3a, their
system comprised a square-shaped, thin, ~-MRE plate (side length L = 25 mm and thickness 4 = 505 pm) that was clamped on
all of its 4 sides. The plate was magnetized along e; = M/|M|, which is also the direction of the applied magnetic field b®P. A
pneumatic chamber induces an internal pressure p. The deflection of the plate along e; is quantified by the maximum value, &,
at its center. We point the reader to the original manuscript of Yan et al. (2023) for additional details (e.g., fabrication, additional
physical properties, and experimental protocol). In Fig. 3b,c, we reproduce their experimental data (closed symbols) for the measured
normalized deflection, §/h as a function of the applied pressure, p, for two values of the amplitude of the applied magnetic field,
[b| = {80, 160} mT. At the same value of the applied pressure p, a higher magnetic field resists the plate deflection. The corresponding
3D FEM results (open symbols) are presented in Fig. 3b using the RM model and in Fig. 3c using the FM model. The authors found
that the RM model provides predictions in excellent agreement with the experimental data, whereas the FM model does not. The
pneumatic loading induces non-negligible stretching deformation of the plate’s mid-surface, calling for an appropriate description
of the magnetization of the deformed plate according to Eq. (42) (RM model) and that the FM model by Zhao et al. (2019) is
inappropriate in this case. Note that Yan et al. (2023), as well as other studies mentioned in Section 1, also investigated several other
cases of slender structures that effectively behaved as inextensible, for which the predictions from the FM model were satisfactory.

6 The remanent magnetic field was denoted as B in their article.
7 The Lagrangian remanent field, B’, may be identified with the pre-magnetized state by setting B" = oM in the notation of Yan et al. (2023).
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Fig. 3. Results reproduced from Yan et al. (2023) for experiments and FEM simulations, the latter for both the RM and the FM models, for a fully clamped
h-MRE plate under combined pressure and magnetic loading. (a) Schematic diagram with a top view (into the e -e, plane) and side view (into the e,-e; plane)
of the system. (b,c) Normalized deflection, §/h versus the applied pressure p, for two values of the amplitude of the applied magnetic field, |b| = {80, 160} mT.
The experimental results (solid symbols) are common to both plots. (b) Comparison between the experimental results and 3D FEM-simulations (open symbols)
using the RM model: circles and squares for 80 mT and 160 mT, respectively. (c) Comparison between the experimental results and 3D FEM-simulations (open
symbols) using the FM model: open diamonds and triangles for 80 mT and 160 mT, respectively.

Source: This figure was adapted from the previous work of Yan et al. (2023).

7. Discussion and limitations of the simplified models

We proceed by commenting on the fact that the models of Zhao et al. (2019) and Yan et al. (2023) and many others thereafter
in the literature neglect the background energy term B - CB/2u,J; cf. the last term in Eq. (36). One may directly add this term in
Egs. (38) and (47), similar to the energy definitions in Egs. (25), (36), and (35). However, in that case, B (or b) becomes an unknown
field with prescribed boundary conditions and needs to be solved for, together with the displacement field. Instead, dropping this
background magnetic term may be justifiable, but only under specific conditions, which are summarized as follows®:

i. the externally applied magnetic field is spatially uniform (i.e., it is applied far from the specimen),
ii. the MRE geometry is such that the B and H fields are (or may be approximated to be) uniform in the specimen,
iii. the Eulerian magnetic flux b or magnetic strength h in the specimen can be assumed to be equal to the externally applied
Eulerian magnetic flux b®? or h®PP, respectively,
iv. the Eulerian magnetic strength h or magnetic flux b during pre-magnetization are approximately zero (for applied b?*® or
h?PP, respectively), such that relation in Eq. (46) holds.

In the specific situations stated above, due to the normal continuity of B and the tangential continuity of H, it can be readily
shown that the leading order tractions due to Maxwell stresses resulting from the background magnetic energy term, B- CB/2u,J,
inside the MRE and the surrounding air are identically equilibrated. As such, this term has no net impact on the mechanical response
of the MRE (soft or hard), and the torque exerted upon the structure via the magnetic field is b®® x (uoM). Note that, in actual
experimentally relevant situations, this assumption may introduce errors, which can be negligible or substantial, depending on the
geometry of the device and/or the MRE. Certain important counter-examples of practical relevance are discussed next.

Near corners of the MRE structure, the magnetic fields cannot be uniform by standard physical arguments (e.g., the requirement
of a divergence-free B and a curl-free H), also known as Fringe effects. In bulk specimens, it was shown for small strains by Brown
(1966), and for finite strains by Lefévre et al. (2017), that the mechanical and magnetic fields are not uniform inside an MRE
specimen, even when the far-applied pre-magnetization or actuation magnetic field is uniform. This non-uniformity becomes less
pronounced in slender structures except near the edges of the specimen.

Another case where assumptions (iii) and (iv) are not satisfied occurs when a uniformly pre-magnetized (along the long axis)
h-MRE beam is at an angle with respect to the applied actuation magnetic field. In this configuration, the magnetic flux in the
solid cannot be the same as that of the external air since a non-zero component exists along the beam’s long axis. At one hand,
this component will affect the shear strains and stresses in the beam. On the other hand, this component is not expected to affect
strongly the overall deflection of the beam at the initial stages of deformation if the main deformation mode is pure bending. Yet,
this non-zero component of the resulting magnetic flux during actuation along the beam’s long axis may strongly affect the response
of the system at large applied fields and more complex structures or more complex pre-magnetization profiles (Mukherjee and Danas,
2022).

Another example where the background magnetic energy cannot be neglected can be found in the work of Psarra et al.
(2019) studying a system comprising a thin s-MRE film attached to a passive elastic substrate. Their experimental and numerical
investigation clearly showed that the shear stresses in the film lead to a crinkling instability pattern with pronounced angular

8 See also the related discussion in Sharma and Saxena (2020).
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out-of-plane protrusions similar to the ferrofluid Rosensweig instability (Cowley and Rosensweig, 1967). In that study, the proper
resolution of the surrounding magnetic energy and the interaction between neighboring wrinkles/crinkles turned out to be of critical
importance to correctly capture the experimentally observed deformation pattern.

Similarly, condition (iv) in the above list can only be valid when the pre-magnetization field has a simple uniform distribution
along the principal directions of the slender structure. When, for instance, the pre-magnetization is conducted on pre-curved slender
structures (Ren et al., 2019), despite being slender, both b and h fields are non-null and thus neither of them can be directly and
analytically identified with the external applied magnetic fields. Furthermore, in those cases, the pre-magnetized state does not
correlate directly with the pre-deformed shape of the structure (Mukherjee and Danas, 2022), and thus, a full simulation of the
boundary value problem (BVP) is required to estimate the actual pre-magnetization state.

In actual magnetic setups, the applied pre-magnetization or actuating magnetic fields may be non-uniform (Dorn et al., 2021). A
rather critical assessment of several popular setups and their influence on the MRE response has been recently carried out in Moreno-
Mateos et al. (2023). In such cases, none of the above conditions holds true, calling for simulations of the full BVP. Yan et al.
(2021) and Sano et al. (2022a) have also addressed the general case of non-uniform fields with a constant gradient (albeit using the
previous FM model only valid for negligible stretching) by incorporating the magnetic body force induced by the field gradient and
implementing it in FE packages. Yan et al. (2021) focused on the planar (2D) deformation of geometrically nonlinear hard-magnetic
beams, whereas (Sano et al., 2022a) studied the 3D deformation of hard-magnetic rods following a Kirchhoff rod theory framework.
Given the slenderness of these beams and rods, the specific loading conditions, and the relatively small magnitude of the applied
actuating magnetic fields, both of these systems remained effectively inextensible. As such, it was appropriate for the authors to
employ the FM model, in lieu of the RM one, and also without a need to consider the ¥, term in the energy density of Eq. (25).

For more complex and multi-component ~A-MRE structures, which may exhibit self-interactions, one should take into account the
surrounding air in the modeling approach. The chosen approach may vary depending on the BVP at hand, the complexity of the
geometry, and the convergence properties of the numerical scheme. We point the interested reader to a number of recent efforts
along this direction: the staggered approach (Pelteret et al., 2016) (see also Rambausek et al. (2022) for improvements), the penalty
method of constraining the air-solid boundary node sets (Psarra et al., 2017, 2019), and the more straightforward use of a very
soft mechanical law for the air (see for instance (Dorn et al., 2021) and improvements in Rambausek et al. (2022) and Moreno-
Mateos et al. (2022a)). More recently, a non-local approach coupling interacting faces in a beam structure by use of dipole-dipole
interactions has been proposed by Sano (2022b) to rationalize previously unexplained experimental observations in Sano et al.
(2022a). Finally, two additional promising approaches, not discussed here, have been proposed in Rambausek and Schoberl (2023),
where a proper treatment of the Maxwell stress at the interface between the magnetoelastic solid and the air allows to eliminate
the spurious modes present in such problems and allow for good convergence.

Finally, and from a more mathematical point of view, we note that the omission of the background magnetic energy may lead
to non-symmetric stress measures and incomplete descriptions of the magnetic constitutive relations. For instance, we observe that
neglecting the term b - b/2y, in Eq. (36) would lead to an incomplete definition for the magnetic field strength in Eq. (37); ie.,
0w®?/0b = —m and not h. Dorfmann and Ogden (2024) recently made a similar observation in their work on energy considerations
and energetic magnetization models for A-MREs, further supporting the notion that magnetization alone is insufficient to fully
describe a magneto-mechanical problem.

8. Conclusion

In this study, we aimed to elucidate several crucial aspects concerning the modeling of h-MREs (but also potentially relevant
for a large set of particle-filled s-MREs) and, in particular, the stretch-independence of their magnetization response, which has
been observed experimentally and numerically. Such a property needs to be taken into account appropriately in the modeling so as
to avoid inaccurate or nonphysical predictions (e.g., a magnetization that is larger than the magnetization saturation of the MRE)
that may result when the tested MRE is subjected to pre-stretching or pre-stressing. We have shown that the fully dissipative model
of Mukherjee et al. (2021a) may be reduced, under certain physically sound assumptions, to the energetic model of Yan et al. (2023),
but not that of Zhao et al. (2019). The former two models were shown to be in agreement with experiments on slender structures.
Furthermore, the more complete dissipative model of Mukherjee et al. (2021a) was also shown to be in very good agreement with
full-field numerical simulations of representative volume elements of ~-MREs subjected to finite stretching and magnetic fields and
not only pure bending.

As an additional outcome of the present analysis, we have shown that the magnetization has the properties of an internal
variable, and as such, it is subject to constitutive assumptions. Specifically, the use of a direct pull-back or push-forward of
the current magnetization may lead to incorrect predictions that are inconsistent with experimental measurements or full-field
simulations. The reason lies in the fact that in a finite strain formulation, the magnetization is constitutively defined in the current
configuration (Kankanala and Triantafyllidis, 2004), while it has no particular physical meaning in the undeformed configuration.
Any attempt to use such a Lagrangian measure for the magnetization as an independent variable can lead to nonphysical measures
of the latter in the current configuration. Such is the case for the FM model, originating by such a pull-back operation.

Finally, neglecting the background magnetic energy, an assumption typically made for simplicity of the analysis, may only be
made in specific cases involving slender structures that are pre-magnetized uniformly and subjected to uniformly applied magnetic
fields or with specific gradients. Even then, the reduced models may be able to predict accurately the mechanical response of
the material or structure but, by construction, are incomplete as also recently discussed in Dorfmann and Ogden (2024) and thus
incapable of describing the resulting magnetic response and its evolution during the loading process.
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We further note that the observed stretch-independent magnetization response in A-MREs is also a feature of the most
common incompressible, isotropic or chain-type particle-filled s-MREs; this was shown unambiguously in the earlier work of Danas
et al. (2012) and a considerable effort to take it into account was made in their modeling approach, as well as in subsequent
models (Leféevre et al., 2017, 2019; Mukherjee et al., 2020). However, caution must be exercised, as anisotropic (Danas, 2017)
or ferrofluid-filled (Lefevre et al.,, 2017) s-MREs may exhibit different magnetization susceptibilities depending on the applied
stretch, yet their saturation response was shown to be independent of the underlying microstructure but only a linear function
of the magnetization saturation and volume fraction of the particles. This suggests that incompressible ~-MREs created using such
different inclusions may still exhibit a stretch-independent response near the fully pre-magnetized state. Yet, further studies are
necessary to confirm or disprove this hypothesis and potential universal result especially for very soft matrices and isotropic or
anisotropic microstructures.

In closing, it is important to acknowledge that the present study focused on the magneto-elastic description of ~-MREs without
considering viscoelastic effects. To obtain a comprehensive description of these materials, one has to incorporate mechanical
dissipative effects. Although some efforts have been made in this direction (Garcia-Gonzalez, 2019; Garcia-Gonzalez and Landis,
2020; Rambausek et al., 2022; Lucarini et al., 2022; Gonzalez-Saiz and Garcia-Gonzalez, 2023; Stewart and Anand, 2023), it is
evident that further experimental and theoretical investigations are necessary to fully characterize the viscoelastic response of
h-MREs and develop more accurate models.

We hope that the present study will yield a better understanding and further the design of programmable materials and soft
robots comprising components made of h-, s-, or hybrid MRE materials.
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