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Fibre-reinforced hydrogels are promising materials for biomedical applications due to their
strength, toughness, and tunability. However, it remains unclear how to design fibre-reinforced
hydrogels for use in specific applications due to the lack of a robust modelling framework that
can predict and hence optimise their behaviour. In this paper, we present a microstructure-
informed continuum model for transversely isotropic fibre-reinforced hydrogels that captures
the specific geometry of the fibre network. The model accounts for slack (or crimp) in the initial
fibre network that is gradually removed upon deformation. The mechanical model for the fibre
network is coupled to a nonlinear poroelastic model for the hydrogel matrix that accounts for
osmotic stress. We find that slack in the fibre network leads to J-shaped stress—strain curves, as
seen in experiments, and a more isotropic swelling of the material. The model is compared to
data from time-dependent unconfined compression experiments. Although we find qualitative
agreement between model and experiment, the discrepancies suggest that additional physics,
such as viscoelasticity and slip between the fibre network and the hydrogel matrix, can play
important roles in these materials. We showcase how the model can be used to guide the design
of materials for artificial cartilage by exploring how to maximise interstitial fluid pressure. Fluid
pressurisation can be increased by using stiffer fibres, removing slack from the fibre network
prior to matrix hydration, and reducing the Young’s modulus of the hydrogel matrix. Finally,
a high-level and open-source Python package has been developed for simulating unconfined
compression experiments using the model.

1. Introduction

Hydrogels consist of highly hydrated networks of polymer chains, which are used in diverse applications ranging from contact
lenses (Ishihara et al., 2023) to soft robotics (Chen et al., 2023). They are valued as biomaterials due to their biocompatibility
(Nasra et al., 2023), biodegradability (Zhang et al., 2021), and tuneable physical properties (Smith and Senior, 2021), and are
being increasingly used in regenerative medicine (Revete et al., 2022). However, hydrogels suffer from low strength and toughness
owing to their high water content, and they are often unable to satisfy the mechanical demands of biomedical applications (Agrawal
et al.,, 2013). Various approaches have been proposed to strengthen and toughen hydrogels (Fuchs et al., 2020), which include
increasing the uniformity of the polymer network (Sakai et al., 2008), creating multifunctional crosslinks using nanostructure
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Fig. 1. (a) Photograph (scale bar = 5 mm) of a transversely isotropic fibre-reinforced hydrogel fabricated by Moore et al. (2023) along with a 3D
reconstruction using nano computed tomography (scale bar = 50 um). (b) A mathematical idealisation of a transversely isotropic fibre-reinforced
hydrogel, with the layers of fibre network shown as parallel black lines in the cross section.

additives (Haraguchi and Takehisa, 2002), and adding a second, interpenetrating polymer network (Dragan, 2014). Hydrogels that
are reinforced by a fibre network have shown particular promise in biomedicine (Beckett et al., 2020) as the strength and toughness
of the fibre network removes the need to use highly crosslinked hydrogels, which can lead to unfavourable environments for cells.
In addition, fibre-reinforced hydrogels offer a great deal of tunability, as the fibre stiffness (Tan et al., 2023), volume fraction (Visser
et al., 2015; Jordan et al., 2017; Moore et al., 2023), and alignment (Bas et al., 2015; Castilho et al., 2019) can all be varied to
produce composite materials with optimal mechanical and poroelastic responses.

Despite the advantages of fibre-reinforced hydrogels, there remain challenges in engineering these materials for use in specific
applications. In particular, there is a lack of understanding of how the fibre properties and the geometry of the fibre network should
be varied in order to produce tailored macroscopic responses (Beckett et al., 2024). Mathematical and computational models of
varying complexity have been used to shed light on the macroscopic response of fibre-reinforced hydrogels. The Halpin-Tsai (HT)
equations (Halpin and Kardos, 1976) are a relatively simple micromechanical model that describes the stiffness of a fibre-reinforced
matrix in terms of the fibre and matrix properties. Jordan et al. (2017) found that the HT equations do not always provide accurate
predictions of the stiffness of fibre-reinforced hydrogels, and they attributed discrepancies to the large contrast in the Young’s
moduli of the fibres and the hydrogel matrix. Beckett et al. (2024) also showed that the HT equations have limited applicability to
fibre-reinforced hydrogels and proposed that swelling of the hydrogel matrix could invalidate the assumptions that underpin the HT
equations. Visser et al. (2015) developed a simple expression for the stiffness of transversely isotropic fibre-reinforced hydrogels in
terms of the fibre properties. Subsequent studies by Castilho et al. (2019) and Chen et al. (2020) used three-dimensional (3D) finite
element simulations to understand, respectively, the nonlinear elastic and linear poroelastic response of the composites produced
by Visser et al. Due to the specific geometry of the fibre network used by Visser et al. in which the fibres are laid down to form a
two-dimensional (2D) grid, the modelling results of Castilho, Chen, et al. might not carry over to other systems. Other authors have
developed general continuum mechanics models of fibre-reinforced soft hydrated materials that account for the microstructure of the
fibre network along with fluid transport (Ateshian, 2006; Ateshian et al., 2009; Safavi et al., 2023; Nian et al., 2023; Bosnjak et al.,
2019; Chen et al., 2021). Simulating the models required the use of 3D finite element analysis carried out using bespoke codes or
commercial software. The high computational cost of 3D finite element simulations, along with the effort required to create bespoke
code, reduces their use as predictive design tools.

The purpose of this paper is, therefore, to present a flexible and computationally efficient microstructure-informed continuum
modelling framework for fibre-reinforced hydrogels that is implemented in a high-level open-source Python package. The modelling
framework links the fibre properties and fibre network geometry to the macroscopic material response. In contrast to previous work
on modelling fibre-reinforced hydrogels (Safavi et al., 2023; Nian et al., 2023; Bosnjak et al., 2019; Chen et al., 2021), we account
for slack in the fibre network that is gradually removed upon deformation. We focus on modelling a class of transversely isotropic
materials developed by Moore et al. (2023) to mimic the structure and mechanics of articular cartilage. These materials consisted
of horizontally aligned fibre networks layered vertically and embedded in a hydrogel matrix, as shown in Fig. 1. Similar composites
have been fabricated by a number of other authors (Strange et al., 2014; Visser et al., 2015; Bas et al., 2015; Beckett et al., 2024).
We develop a microstructure-informed continuum model of the hydrogel and fibre phases, explicitly modelling the hydration of
the gel, before considering unconfined compression tests of the composite material. We build upon techniques used for modelling
fibre networks, and incorporate them within a nonlinear poroelastic framework that accounts for osmotic effects. The poroelastic
modelling of the hydrogel component of the material follows standard approaches (Hong et al., 2008; Chester and Anand, 2010);
hence, the main focus of this paper is on modelling the fibre network.

There is a very large scientific literature on macroscale modelling of fibre-reinforced materials within a finite elasticity,
continuum mechanics framework. Models have been published that introduce structure tensors to account for the anisotropy
introduced by the presence of fibres, and potential forms for the strain energy function of such materials have been proposed
phenomenologically (Federico and Herzog, 2008b; Federico and Grillo, 2012; Federico, 2015; Grillo et al., 2015; Ogden, 2015).
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Many authors have used this approach in the specific context of biological tissues (e.g. Gasser et al. (2006), Federico and Gasser
(2010) and Vasta et al. (2018)), and it has sometimes been used in the design of fibre-reinforced materials (Klarbring et al., 2017). A
typical approach involves assigning one part of the strain energy function to the matrix and another to the fibres. For example, often
a neo-Hookean model is used for the matrix, and an exponential function for the fibres (as in the HGO model Holzapfel and Ogden,
2010). When the fibres are not all co-aligned, based on principles introduced by Lanir (1983), the strain energy function will often
involve an integral of the fibre strain energy density multiplied by the fibre orientation distribution function (most commonly the von
Mises distribution) over all possible angles. This approach often requires numerical integration, or approximation techniques based
on series expansions of the strain energy function (Hashlamoun et al., 2016), for example, rather than direct analytical evaluation
of the integral. In this paper, we take a different approach by analytically evaluating the integral for the fibre phase to obtain
a computationally inexpensive constitutive equation that accounts for the network structure through a fibre segment recruitment
function.

Many studies have been conducted over the last several decades, producing models that have discovered key structural properties
of fibre networks. Fibre networks are 3D in general, but can be modelled as 2D depending on their properties. Niskanen and Alava
(1994) discovered that, at low coverage (the number of fibres that occupy a given point in the plane), the transition from 2D
to asymptotically 3D behaviour depends on the product of mean coverage and length; however, at high coverage, the transition
depends on the product of the fibres’ flexibility and width to thickness ratio. In terms of 2D network structure, the number of fibres
per unit area defines a transition: above a critical density, percolation occurs (a contiguous set of fibres spans the entire network)
(Li and Zhang, 2009; Li and Ostling, 2013). Percolation is required for the network to behave as a solid. Fibre network structures
have been well characterised, but the focus in this paper is their mechanics. Early approaches to modelling network mechanics were
based on regular or perturbed lattices (Schwartz et al., 1985), before being superseded by models in which straight fibres are laid
randomly and isotropically in a 2D plane. This approach, which was developed for modelling paper and is now often called the
“Mikado” model, has been used since at least the early 1990s. Astrém et al. (1994) used it to predict the microscopic elastic and
failure properties of high density networks and found that the effective Young’s modulus of a network depends on both fibre density
and length and that the stresses in the network follow an exponential distribution. This work built upon that of Cox (1952), who
calculated how the stress in a matrix-embedded fibre varies along its length, and found that it can be described by a hyperbolic
cosine function. However, it has been shown that the shear-lag type model used in Cox’s paper does not apply to random fibre
networks that are close to the percolation threshold (Réisdnen et al., 1997).

More recently, it has been shown that a fibre network’s elasticity is affected not only by its connectivity, but also by the strain
magnitude (the “floppy-to-rigid transition”) (Arzash et al., 2020; Head et al., 2003; Shivers et al., 2019), and that its deformation falls
into two regimes: one dominated by fibre bending and one by fibre stretching. In the stretching regime, the network transforms in
an approximately affine way, whereas in the bending regime, the deformation is distinctly non-affine (Humphries et al., 2018). The
straightening and activation of fibre segments is critical to the mechanical behaviour of the network (Vainio and Paulapuro, 2005,
2007), a principle similar to the recruitment of collagen fibres in biological soft tissues (Paetsch et al., 2012; Shearer, 2015b,a;
Hamedzadeh et al., 2018; Shearer et al., 2020; Gregory et al., 2021; Haughton et al., 2022). In this paper, we consider two
cases: firstly we assume that the fibre segments are straight and that the network deforms affinely, then we consider the gradual
recruitment of wavy fibre segments. Rather than model the fibres as discrete objects, we use a continuum approach, which allows
us, conveniently, to link our microscale fibre network models to a nonlinear, macroscale framework.

The paper is organised as follows. The microstructure-informed continuum model is developed and specialised to free swelling
and unconfined compression experiments in Section 2. The model is then simulated, compared to experimental data, and applied
to the design of artificial cartilage in Section 3. The paper concludes in Section 4.

2. Microstructural modelling of fibre-reinforced hydrogels

The microstructure-informed continuum model is derived using the framework of non-equilibrium thermodynamics. We begin
by constructing the free energy of the system, which accounts for the energy of elastic deformations and hydrating the material. The
free energy is then used to derive thermodynamically consistent constitutive relations that can be used in the bulk equations. We
shall consider deformations from a nominal unhydrated state to a hydrated reference state, and from the hydrated state a further
deformation will be applied, as shown in Fig. 2. A table of nomenclature is provided in SM1.

2.1. Modelling of the fibrous phase of the material

We first derive two microstructure-informed constitutive models for the fibrous phase of the material. We consider a two-
dimensional network of fibres and assume that it deforms according to an affine mapping (an assumption that is appropriate for
high-density fibre networks (Agarwal et al., 2023)). Based upon this assumption, we calculate the strain energy in an arbitrary fibre
segment with a specified initial angle, and then calculate the total strain energy in the network by integrating this expression over
all angles. For the first constitutive model, we assume the fibres are all initially straight; in the second, we assume that they are
wavy and are gradually recruited with increasing tensile strain.
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Fig. 2. The three spatial configurations used in the model and the deformation gradient tensors used to move between them. The unhydrated
(nominal) state represents the material as it was prepared before hydration. The hydrated (reference) state corresponds to a freely swollen
material and is used as a reference configuration to formulate the model equations. The current (deformed) state in this work corresponds to an
unconfined compression experiment, where a cylindrical sample has been placed between two plattens and an axial force, F, has been applied.

2.1.1. The strain energy function for fibre networks with initially straight fibres

Consider a fibre segment of initial length §, that makes an initial angle © € [0, r) with the X-axis, and is embedded in a fibre
network of sufficiently high density that the network deforms in an affine manner. The fibre segment forms the hypotenuse of a
right-angle triangle with initial side lengths 4AX and AY aligned with the X- and Y-axes, respectively. Now assume that the network
is subjected to an affine deformation consisting of homogeneous stretches 4, and 4, in the X- and Y-directions, respectively (without
loss of generality, we shall assume A, > 4,), so that the total deformation gradient is

i 0
F, = . 1
! (0 /12> W
We define the two-dimensional invariants of the left and right Cauchy-Green deformation tensors (B, = F,FT and C, = FIF,,

respectively) associated with this deformation as I, = tr(B,) = tr(C,) = /Lf + /1% and I, = det(B,) = det(C,) = /1@1%. The fibre
segment is thus deformed according to Fig. 3. The following identities clearly hold:

AX = Scos®, AY = Ssin®, 2)

52 = Ax? + Ay* = 22AX? + A34Y% = 5742 cos® @ + S22 sin” ©. 3)

Thus, the stretch in the fibre segment, 4, is given by

A:%:\M%cosz@+i§sin2@. 4

We shall assume that the constitutive behaviour of each individual fibre segment is Hookean so that its strain energy density (per
unit initial volume) function is

. E
W = L= 12 ®)

where E/ is the fibre Young’s modulus. Upon substituting (4) into (5), we can write the strain energy density in the ith fibre segment
as a function of the initial fibre angle:

: E 2
Wf(’)((a) = Tf <\//lf cos2 O + /1% sin? @ — 1> . (6)

Note that we have considered the strain energy density so far. The strain energy stored in the ith fibre segrnent will be
U;’) V;')W;’), where Vf(’) is its volume. Therefore, the total energy stored in the fibre network is given by U7 tot Zl WU (f'), where
N is the number of fibre segments in the network. This can be written as U = NU 1 where Uf = E[U}')] is the average amount of

strain energy stored in each fibre segment, i.e. the expectation of U;i). Since Vf(i) and Wf(i) are independent random variables for the
affine deformation we are considering, we can write U, = VW, where V, = E[v"] and W, = IEZ[W;”J The total volume occupied
by fibres is V;"t = NV;; therefore, the total energy stored in the network is U}"t V;O‘Wf To obtain the total strain energy density
of the whole fibre network, we simply divide through by the volume of the solid in which the fibres are embedded, V;, to give
(Vf“"/ VOW, = @, W,, where @ is the volume fraction of the fibre segments that are mechanically active in the network. In the
following, we shall drop the bar on W, for convenience.
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Fig. 3. The deformation of a fibre segment of initial length S and initial angle ©.

We assume that there are so many fibres in the network that we can represent the distribution of their initial angles using a
continuous probability density function. Since the fibres are isotropically oriented in the plane we shall assume a uniform probability
density Uy ,1(0). Therefore, the average strain energy density is

1

Wy = [ . Viom(@W,(©)d0 = — /0 w(©)do. @)

Upon evaluating this integral, we obtain

E 84 A2
2,2 %M _ D2
W= </11+/12 — 8(1 P +2 ®

2
E a2 7/ 17 —41,
=L I - — 11+\/112—412€ P +21, ()]
P

\IE -4+ 1

where £(-) is the complete elliptic integral of the second kind. Eq. (8) is only valid for A, > 4,; when 4, > 4,, the positions of 4,
and 4, in the function are swapped. In either case, the expression in terms of the invariants (9) holds. If desired, the average strain
energy in the fibres, U, can be calculated by multiplying this expression by V.

To express this two-dimensional strain energy function in three dimensions, we assume that the layered structure of the material
gives rise to transversely isotropic material behaviour, with the Z-axis being the axis of anisotropy, and we assume that 1; is the
principal stretch in that direction. For such a material, there are five strain invariants, which can be derived by assuming that
the constitutive behaviour of the material is invariant with respect to rotations around its axis of anisotropy. The following set of
invariants is commonly used:

. N . 1 N
h=w@)=2+13+43 I,= 5(1]2 —tr(C)) = B4+ 4143+ 343, (10)

Iy =det(C)) = 54543, [,=M-(C,M)=13,

Is=M-(CM) =1, amn
where €, = FTF,, is the three-dimensional right Cauchy-Green deformation tensor, F is the three-dimensional deformation gradient,
M = E is a unit vector pointing in the direction of the axis of anisotropy in the initial configuration, and the latter two equations
make use of the assumption that the deformation gradient has no shear strains involving Z so that Fj; = Fy; = Fy = Fy, = 0.

Therefore, by comparing with the definitions of the 2D invariants, I, and I,, we can see that
I

L=0-1I, L=< 12)
1y
By substituting (12) into (9), a hyperelastic energy for a general three-dimensional deformation is obtained and since it depends on

the deformation only via the right Cauchy—Green tensor, it is objective.

2.1.2. The strain energy function for fibre networks with initially wavy fibres

The fibre strain energy density function above was for initially straight fibre segments. Now, we will assume that the fibre
segments are wavy and only resist tension once the excess length has been straightened out. We refer to the stretch required to
straighten a fibre as the critical recruitment stretch. Assuming affine deformations, the critical recruitment stretch of a fibre is equal
to its tortuosity.

Experiments involving fibre networks produced by electro-spinning have shown that the fibre tortuosity varies from fibre to
fibre and hence can be characterised by a probability distribution (Davidson et al., 2020; Stella et al., 2010; Amajuoyi et al., 2024).
Therefore, we now assume there is a distribution of waviness and we are interested in calculating the average strain energy density
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of a fibre segment for a given waviness distribution. We characterise the waviness of an individual fibre segment in terms of its
critical recruitment stretch, 4., and assume that its strain energy density function is
. E 2
® I -
W) =~ </{c 1> H(A— 4,), (13)
where H(-) is the Heaviside function defined as H = 0 for x <0 and H =1 for x > 0. This represents a fibre that does not store any
energy if the current stretch is below its recruitment stretch and is linear elastic once the stretch is above its recruitment stretch.
The average strain energy density (averaged over the critical recruitment stretch distribution function f(4.)) is

W(/l)=/oof(/1)W(i)(/1/1)dA=ﬂ/lf(/l) A 2d/1 (14)
f o ¢ f e c 2 o c j’c c*

Then, the strain energy density in the whole network (again assuming a uniform distribution of initial fibre orientations) can be
written as

co 5 Ef n A y) 2
szf_oo mo’ﬂj(@)wf(@)dezﬂ/o /0 f(AC)<Z—l> da, de, 15)

where we emphasise that 4 depends on the angle © and the principal stretches 4, and A, through (4). The integrals in (15) can be
evaluated for a given recruitment stretch distribution, f(4.), and given values of the principal stretches, 4, and 4,.

A variety of recruitment stretch distributions have been experimentally measured for electro-spun fibre networks, including
gamma, exponential, and linear distributions (Stella et al., 2010; Amajuoyi et al., 2024). Motivated by the experimental work of
Davidson et al. (2020), we assume the recruitment stretch distribution is given by a piecewise quartic polynomial

0, 1. <1,
6042(4, — D(A, — A,)
Z. — e\ c m , }.<ﬂ. , ]_6
7o) 3=5A, +54 =313 s hemm (16)
0, Ao = Ay

where 4,, is the maximum recruitment stretch required to engage every fibre in the network. If the recruitment stretch distribution
(or, equivalently, the tortuosity distribution) has been experimentally measured, then 4,, can be obtained by fitting (16) to the
data. If the recruitment stretch distribution has not been experimentally determined, then 4,, can be inferred from stress-strain
measurements, as we show below. One reason we have chosen (16) for the recruitment distribution is that it allows the double
integral in (15) to be calculated exactly, albeit in terms of a lengthy expression involving special functions (see SM2 for details).
Moreover, the quartic distribution has only a single fitting parameter, reducing the likelihood of overfitting available data. Other
distributions can be found that allow an analytical evaluation of the integral (15). The specific form of the distribution has a
quantitative effect on the model predictions; however, the main qualitative features are set by the statistical properties of the
distribution, such as its mode and the maximum recruitment stretch. Further details of the quartic distribution are provided in
Appendix A. A comparison of three different fibre recruitment distributions can be found in Appendix B.

We find that it is sometimes more computationally efficient to use a semi-analytical approach where the inner integral in (15)
is computed exactly and the outer integral is numerically approximated using the trapezoidal rule, which is exponentially accurate
due to the periodicity of the integrand (Trefethen and Weideman, 2014). This hybrid approach allows a variety of fibre recruitment
stretch distributions f(4,) to be used in the model (e.g. uniform, normal, beta, gamma, exponential) when an exact expression for
the double integral in (15) is not available. However, in the implementation discussed below, we use the piecewise quartic function
defined in Eq. (16).

2.2. Combining the fibrous phase with the isotropic hydrogel matrix
In the previous section, we derived the strain energy function for the fibrous phase of the material. For the hydrogel matrix

phase, we assume that the constitutive behaviour is described by an isotropic, compressible, neo-Hookean strain energy function:

E, . . E,v, " 2
Wm:m(11—3—10g13)+m<\/l_3—1> N (17)

where E,, and v,, are the Young’s modulus and Poisson’s ratio of the matrix, respectively. The total hyperelastic strain energy
function of the elastic phase is then

W (I, I, 1) = (0 =@ )W, (1, I3) + @, W (1), 13, 1), (18)

where we recall that @, represents the nominal® volume fraction of fibres in the non-hydrated state. From this point onward, we
drop the hat notation for three-dimensional quantities, since we will no longer need to refer to the two-dimensional theory.

Now that we have derived the strain energy function for the solid phase of the material, we move on to modelling energy changes
associated with its hydration.

2 We use the word nominal to describe quantities in the non-hydrated configuration of the material.
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2.3. Material hydration

To model the energy change of hydration, we assume the material can be treated as a single homogenised body characterised
by the nominal fibre fraction @, and the nominal water fraction @,,. The nominal water fraction measures the volume of water per
unit of undeformed (non-hydrated) volume. The Flory—Huggins theory of solvent-polymer mixtures (Doi, 1996) is used to describe
the energy of mixing water molecules, polymer chains, and fibre segments. The free energy density (per unit undeformed volume)
is given by

R, T @ x( @)D,
Wi = — |@,,1 w , 19
mix = "o~ [ W°g<1+¢w>+ 1+, ] (19

where 2, = 18 X 107 m? mol~! is the molar volume of water, R, = 8.314 J mol~! K™! is the universal gas constant, T = 296 K is
temperature, and y is the Flory interaction parameter, which characterises the strength of unfavourable interactions between water
molecules and solid components (polymers and fibres). If y > 1, then it is energetically costly to hydrate the material; in this case,
the amount of water uptake during the hydration phase will be small. The dependence of y on the nominal fibre fraction @, reflects
the differing affinity of water to the fibre and matrix phases. Its functional form will be discussed in Section 3.1.

2.4. Balance laws and bulk equations

Having defined the free energy density of the material, W = W, + Wy,;,, the constitutive relations for a three-dimensional, time-
dependent model can now be derived using non-equilibrium thermodynamics. For brevity, we only present the most important
equations here; their derivations are provided in SM3. We choose to formulate the governing equations using a reference
configuration associated with a freely swollen, hydrated state (to be determined in Section 2.5). Here, freely swollen means that
there are no geometric constraints or loads applied to the material. Thus, we let the deformation gradient, F,, describe how the
non-hydrated material deforms upon hydration; see Fig. 2. The relative volume change due to hydration is given by J, = detF,. We
assume that the hydrogel exists in a state of full saturation upon hydration and after any load is applied. That is, the pore space
is assumed to be completely occupied by fluid; there are no voids formed by air, even in the dry state. Thus, the volume of the
hydrated material, V},, is equal to the sum of the initial volume of the solid phase, V;, and the added volume of water, V,,. Therefore,
Viy=Vi+V,and J, =V, /V, =1/(1 — ¢,), where ¢, = V,,/V}, is the initial volume fraction of water in the hydrated state. That is,
¢, represents the initial porosity of the material.

Subsequent deformations relative to the hydrated state are described by the deformation gradient tensor F. By introducing the
displacement relative to the hydrated state, u, the deformation gradient tensor can be written as F = I + Vu, where I is the identity
tensor and V is the gradient with respect to coordinates in the hydrated state. Similarly, J = det F describes the volume of a material
element in the current (deformed) state relative to its volume in the hydrated (reference) state. The total deformation gradient tensor
that describes the deformation from the non-hydrated (nominal) configuration to the current (deformed) configuration is given by
F, = FF,. The total volume change of a material element relative to its volume in the non-hydrated state is J, = detF, = J J,.

Although the total deformation gradient tensor has been written in terms of a multiplicative decomposition, the intermediate
hydrated state is not a virtual configuration as seen in models of growth, residual stress and viscoelasticity, but a true, physically
realisable state (see, e.g. Moore et al. (2023)). Hence, F,, F, and F, are true deformation gradient tensors and each deformation will
be geometrically compatible.

The constituents of the material (water, polymers, fibres) are assumed to be incompressible. However, at the macroscopic level,
the material can compress or expand due to local rearrangements of the polymer and fibre networks. These rearrangements are driven
by the imbibition of water into, or the expulsion of water out of, material elements. Thus, the volume of a given material element is
dependent on the volume of water contained within it. Since J, describes the volume of material (water and solid components) per
unit unhydrated volume, and @, is the volume of water per unit unhydrated volume, we can write J, = 1+ ®,,, a condition known
as the molecular incompressibility condition. By introducing the referential water fraction ¢, = @,,/J,,, which measures the volume
of water per unit reference volume (the volume of the initial hydrated state), the incompressibility condition can be expressed as

J=14+¢,—¢. (20)

The current volume fraction of water (volume of water per unit current volume, also known as the porosity) is defined as ¢ = ¢,,,/J.
Conservation of mass in the water phase implies that the referential fraction of water, ¢,,, evolves according to

b, _
T+V~Qw—0, 21

where ¢ is time and Q,, is the referential volumetric flux of water (volume of water per unit time per unit area of the hydrated
state). The flux of water is given by a Lagrangian form of Darcy’s law,

0, =—-JF'KFTvp, (22)

where K is permeability tensor of the current configuration and p is the water pressure. In a fibre-reinforced porous material, the
orientation of the fibres relative to the flow can strongly impact the local permeability, and the permeability tensors derived by
Federico and Herzog (2008b,a) can be used in (22).
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Conservation of linear momentum, neglecting inertial terms, leads to
V-§=0, (23)

where S is the referential stress tensor, which measures forces per unit initial area of the hydrated state. The total stress tensor is
the sum of the elastic stress S¢, the osmotic stress I7, and the fluid pressure p, such that

S=S8°-[II(¢,)+plJFT. (24)
The elastic component of the referential stress tensor is given by
e 1 aVVL’ T
=— , 25
Jy oF, h (25)
where the strain energy density W, is given by (18) and (a%) = a% for any second-order tensor A. In the absence of any
ij ij

deformation from the initial, hydrated state, so that F = I and J = 1, the tensor S gives the Cauchy stress in the initial, hydrated
state. The osmotic stress is derived from the Flory-Huggins mixing energy (19) and given by

W, R, T . 2
n(¢w)=_wmlx=_5 [1og<¢J—w>+1—%+;((¢f)<1—¢7“> ] (26)
f w

The initial condition for this system of equations is that the referential water fraction ¢,, is equal to the porosity of the initially
hydrated state, ¢,. The boundary conditions to be imposed are specific to the problem being considered and will be discussed in
the context of free swelling and unconfined compression experiments in Sections 2.5 and 2.6 below.

2.5. Calculation of the hydrated state

Now that we have derived our governing equations, we explicitly calculate the freely swollen states that are achieved upon
hydration of the non-hydrated material. For this, we envision that the material has been submersed in a bath of water. Equilibrium
will be reached when the total stress S and the fluid stress (pressure) p within the composite balance the pressure of the surrounding
fluid, which can be set to zero without loss of generality. Therefore, upon full hydration, the total stress and the fluid pressure within
the gel will be zero, S = 0 and p = 0. Using the expression for S given by (24), these equations can be combined into

S¢ = 1(¢yL, 27)

where we have used F = I for the hydrated state and we recall from Section 2.4 that ¢, = 1—1/J,, is the volume fraction of fluid in
the initial hydrated state. Eq. (27) implies that in a free-swelling scenario, the elastic and osmotic stresses must balance. Moreover,
since I1(¢) > 0, it follows that the osmotic stress is tensile and acts to stretch the material.

We assume that the hydration of the sample leads to anisotropic, but homogeneous swelling of the solid phase with corresponding
deformation gradient

a 0 0
Fo=[0 o 0] = Jy=aa. (28)
0 a

where ¢ and «, are stretches in the direction parallel and perpendicular to the plane of the fibres, respectively. The form of (28)
leads to an elastic stress tensor of the form

Uﬁ(a“,al) 0 0
S¢ = 0 aﬁ(a”, a)) 0 , (29)
0 0 ol (. ;)

with aﬁ and o¢ denoting the in-plane and out-of-plane Cauchy stresses of the hydrated state, which are calculated in Appendix C
and are given by (C.2)-(C.5). For a given value of the Flory interaction parameter, y, Egs. (27)—-(28) and provide three independent
equations for the three unknowns: ¢, @, and J,,. Alternatively, given an experimentally observed value of J,, these three equations

determine ¢, a,, and .
2.6. Specialisation to unconfined compression

The model is specialised to unconfined compression experiments by considering a cylindrical sample of hydrated material of
initial radius R, height H, and porosity ¢,. The sample is subjected to a compression along its longitudinal axis by placing it
between two impermeable plates, which are then compressed via an imposed displacement or force F, as shown in Fig. 2. In this
experiment, the sample is surrounded by water to prevent dry out. During compression, the sample is free to expand in the radial
direction. The plates are assumed to be frictionless so that the cylindrical shape of the sample is preserved during compression.
Thus, the height of the sample decreases to A(f) and its radius increases to r.(¢). The deformation gradient then takes the form

p.(r,1) 0 0
F= 0 Po(r, 1) 0 =  J(rt) = p.(r,0)fy(r,1)p, (1), (30)
0 0 B,
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where f,, fy, and p, are the principal stretches in the radial, circumferential, and axial direction, respectively. The coordinate r
measures radial distances in the initially hydrated state; thus, 0 < r < R. The total stretches, measured relative to the undeformed

(non-hydrated) state are given by 4, = af,, 49 = o fy, and 1, = «,f,. The principal (referential) stresses are given by
S; =8¢ = U(¢,) + plp; ' J with
c_WOW, oW, a oW,

T, 04,0 T8 T g, 047 TET U, 04, (31
In (31), the derivatives of W, are evaluated at A, = | f,, 4y = a;fy, and 4, =, f..

The axial compression of the material is assumed to induce a purely radial fluid flow. In addition, the fluid pressure is assumed to
be axisymmetric and uniform along the out-of-plane (vertical) direction; thus, the pressure will only depend on the radial coordinate
r and time 7. Consequently, only the radial component of the permeability tensor K is required in Darcy’s law (22). We denote the
radial component of the permeability tensor as k and use the Holmes-Mow permeability equation (Holmes and Mow, 1990) given
by

J - 14
k(J) = ko ( - ;’0) exp [%(12 - 1)] , (32)
]

where k is the permeability of the hydrated material and y and M are fitting parameters.

In light of the form of the deformation gradient tensor in (30), we introduce the radial displacement u,(r, 7). The principal stretches
can then be defined as ., = 1+ du, /or, fy = 1 +u,/r, and p,(t) = h(t)/ H. The referential fluid fraction then takes the form ¢,,(r,t)
and can be obtained from ¢,, = ¢y + B8y, — 1. Under these assumptions, the balance laws representing mass and momentum
conservation can be reduced to (see SM4 for details)

ro mgy _ kDI dp

2 ot (656:) = 2 or (33a)
9 k() [0Se  S7 -8, oIl

55 (B6.) = ;) —F = = B - (33b)

The mass balance (33a) determines the fluid pressure p and must be solved with the boundary condition p(R,t) = 0, reflecting the
continuity of fluid stress at the free boundary of the sample. The momentum balance (33b) determines the radial displacement u,
and must be solved with the boundary conditions «,(0,7) = 0 and S,(R,t) = 0. The former represents symmetry at the origin and
the latter represents continuity of total stress at the free boundary. The initial conditions for (33b) are given by u,.(r,0) = 0 and
B.(0)=1.

In a force-controlled experiment, the axial stretch g, is determined from an axial force balance given by

R
F = 271'/ [SS — T + p)B,Pylrdr, (34)
0

where F is the applied force. We use the convention that F < 0 corresponds to axial compression. In this case, (33)—(34) must be
simultaneously solved. Once the displacement is found, the radial and circumferential stretches, along with the porosity, can be
computed.

In a displacement-controlled experiment, the axial stretch g, (r) is prescribed. In this case, the equation for the displacement (33b)
decouples and can be solved independently from the rest of the equations. Once the displacement is known, the pressure p can be
computed by integrating (33a). The force on the platten can be obtained by evaluating (34).

2.6.1. Equilibrium response

The equilibrium response of the material to a load is found by setting the time derivatives to zero and seeking a homogeneous
deformation with g, = §.. The balance of fluid pressure results in p = 0 everywhere. The referential water fraction can be written in
terms of the stretches g, and g, as ¢, = ﬁfﬂz — 1+ ¢y. For displacement-controlled loading where g, is known, the radial stretch g,
is found by solving S¢ — .6, 11(¢,,) = 0. For force-controlled loading, the radial and axial stretches must be found by simultaneously
solving S¢ — .8, 11(¢,,) = 0 and F = zR*[S¢ — f211(¢h,,)].

2.6.2. Instantaneous response

The instantaneous response can be derived by assuming that no fluid is expelled (¢,, = ¢,) on short time scales and that the
sample remains homogeneous with g, = g, = Z_l/ 2. The fluid in the gel becomes pressurised with a uniform pressure P > 0 that
exceeds the pressure of the surrounding fluid. The balance of total stress at the side of the sample leads to P = ﬂz_l/ sz — II(¢y). If

B, and hence g, and p, are known due to displacement-controlled loading, then the fluid pressure P can be calculated. However, if
B, is unknown due to the loading being controlled by force, then the force balance F = zR*(S¢ — § 3 ZSf ) must first be solved.

2.7. Numerical approach

The open-source Python package ucompress . py has been developed to provide high-level, user-friendly code for simulating the
hydration and unconfined compression of nonlinear poroelastic materials using the models developed here. The governing equations
are discretised in space using a Chebyshev spectral method and in time using a fully implicit Euler scheme with an analytical Jacobian
matrix. The package, along with tutorials, is available at https://github.com/hennessymatt/ucompress.py.
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2.8. Material specification and parameter values

We consider materials that are based on the fibre-reinforced hydrogels fabricated by Moore et al. (2023) by electrohydrodynamic
deposition (electrospinning and electrospraying). The authors referred to their materials as ‘FiHy’ (which stands for Fibre Reinforced
Hydrated Network). The hydrogel matrix of FiHy is composed of gelatin (E,, = 4 kPa, v,, = 0, p,, = 1.2 g cm~3). The fibres are
composed of polycaprolactone (PCL) (E; = 400 MPa, p, = 1.1 g cm~3). These parameters values are obtained from Moore et al.
(2023), ChemicalBook (2025) and Beckett et al. (2024). The orientation of fibres was measured using nanoCT and found to obey a
uniform distribution in the plane of isotropy, as assumed in (7). The nominal fibre fractions ranged from 0.25 to 0.76 by mass. The
nominal fibre fraction by volume is calculated to range from @, = 0.26 to 0.77. The FiHy samples were hydrated for 24 h with 1X
phosphate buffered saline (PBS), which has a density that is approximately equal to that of water (p,, = 1 g cm~3). After hydration,
the samples were approximately 80% water by mass, regardless of the fibre fraction. The volume fraction of water in the hydrated
state can be calculated as ¢ ~ 0.82 for all fibre fractions.

3. Results and discussion
3.1. Hydration of PCL-reinforced gelatin

The model is first used to study the hydration of transversely isotropic fibre-reinforced hydrogels. We first fix the nominal volume
fraction of fibres to @, = 0.26 and vary the Flory interaction parameter y. We consider fibre networks that are initially fully engaged
with 4,, = 1 and partially engaged with 4,, = 3 (recall that 4,, is the maximum recruitment stretch in the distribution function (16)).
In both cases, the deformation due to hydration is strongly anisotropic, with the radial stretch being much smaller than the axial
stretch; see Fig. 4(a)-(b). The anisotropic swelling is caused by the large contrast between the Young’s moduli of the fibres and the
matrix. As the Flory interaction parameter increases, the radial and axial stretches decrease because the volume of water absorbed
by the matrix decreases, which is reflected in the porosity of the hydrated state strongly decreasing with y (Fig. 4(c)). Moreover,
with increasing y, it becomes less energetically favourable to swell the network and hence the osmotic stress decreases (Fig. 4(d)). In
the case of a fully engaged fibre network (4,, = 1), there is virtually no in-plane expansion of the material and all of the deformation
is perpendicular to the plane of the fibres. The small in-plane deformation is expected because the osmotic stress responsible for
hydration, IT ~ 10 kPa, is much smaller than the in-plane Young’s modulus, which is dominated by the fibre modulus E, ~ 400 MPa.
Conversely, the out-of-plane Young’s modulus is controlled by the gelatin matrix, E,, ~ 4 kPa, and is comparable to the osmotic
stress; hence, there is a substantial out-of-plane deformation. When the fibre network is only partially engaged (4,, = 3), we see
there is a larger in-plane deformation, which is due to initially inactive fibres causing a reduction in the in-plane stiffness of the
material, and a smaller out-of-plane deformation. However, the in-plane stretching caused by hydration is always less than the
maximum recruitment stretch. Therefore, hydration is not sufficient to fully engage the fibre network. Remarkably, the out-of-plane
deformation decreases in such a way that the porosity of the material remains approximately the same in both cases. Thus, the
degree of hydration is not significantly impacted by the initial level of fibre engagement.

To study how material hydration depends on the nominal fibre fraction, a model for the Flory interaction parameter y in (19)
is required. The experiments of Moore et al. (2023) showed that after 24 h of hydration, the materials had a porosity of ¢, ~ 0.82
across a range of nominal fibre volume fractions (@, = 0.26 to 0.77). These findings suggest that the presence of fibres does not
strongly impact the Flory interaction parameter. Thus, we set y to a constant given by y = 0.57, which is determined by reading
off the value of y in Fig. 4(c) that leads to a porosity of ¢, = 0.82.

By fixing y = 0.57 and considering fibre networks that are initially fully engaged (4,, = 1), we see that the deformation and
porosity do not strongly depend on the nominal fibre fraction (Fig. 4(e)-(g)). The osmotic stress decreases linearly with @& , (Fig.
4(h)), reflecting the balance between osmotic stress and the out-of-plane elastic stress produced by the gelatin matrix, the latter
of which is proportional to 1 — @; see Appendix C. When initially inactive fibres are accounted for (4,, = 3), hydration leads to
greater in-plane stretching and reduced out-of-plane stretching compared to the active case (as is the case when these parameters
are plotted as a function of y). Moreover, both the in-plane and out-of-plane stretches now strongly depend on the fibre fraction
@ . The dependence of the stretches on @, ultimately results from the in-plane softening that occurs due to inactive fibres. This
softening allows the osmotic stress to drive a greater in-plane expansion of the material. As the nominal fibre fraction increases, the
in-plane stiffness increases as well, reducing the in-plane deformation and increasing the out-of-plane deformation. Again, whether
the fibres are initially active or inactive does not greatly affect the porosity as a function of @, (Fig. 4(g)).

3.2. Model comparison to unconfined compression experiments

The microstructure-informed continuum model is now compared with data produced from unconfined compression experiments
carried out by Moore et al. (2023). Recall that the parameter values associated with these materials are provided in Section 2.8.
Using the initial porosity of the material after hydration (¢, = 0.82), the Flory interaction parameter has been calculated by solving
the hydration equations presented in Section 2.5; we find that y = 0.57 for all samples.

The microstructure-informed continuum model is first compared with stress—strain data produced by subjecting cylindrical FiHy
samples with different nominal fibre fractions @, to compressive axial loads. For each fibre fraction, @, two different samples were
fabricated and tested, resulting in two sets of stress-strain data for a given fibre fraction, ®@. The short duration of the loading,
which was on the order of 10 s, is much smaller than the poroelastic time scale over which fluid is squeezed out of the sample (on the
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Fig. 4. Hydration of fibre-reinforced hydrogels without (4,, = 1, solid lines) and with (4,, = 3, dashed lines) fibre recruitment. The panels show
the in-plane stretch (a, e), out-of-plane stretch (b, f), porosity of the hydrated state (c, g), and the osmotic stress (d, h) as a function of the Flory
interaction parameter, y, with @, =026 (a—d), and the nominal fibre fraction, @ s with y = 0.57 (e-h).

order of 1000 s). Hence, the stress—strain data is assumed to represent the instantaneous response of the material. The stress—strain
curves exhibit the characteristic ‘J’ shape seen in other fibre-reinforced hydrogels (Visser et al., 2015; Beckett et al., 2020; Gloria
et al., 2007; Jordan et al., 2017), whereby a large initial strain is required before any substantial increase in stress occurs (Fig. 5).

The stress—strain data can be modelled by considering a range of compressive axial stretches §, < 1, corresponding to compressive
axial strains of ¢, = 1 — §,, and computing the axial stress, S, following the procedure outlined in Section 2.6.2. If all fibres in the
network are assumed to be mechanically active (no recruitment; A,, = 1), then there are no free parameters in the model. However,
the predicted stresses greatly exceed those measured in experiments; see the dashed lines in Fig. 5. This is a strong indication that,
despite the materials being pre-loaded due to hydration, some mechanically inactive fibres remain in the network. By accounting for
inactive fibres in the model and fitting the maximum recruitment stretch 4,, to experimental data, excellent agreement is obtained.
The quartic fibre recruitment distribution, which has a mode at 4, > 1, ensures that a finite tensile strain is needed to engage a
large proportion of the fibres and induce a stress (see Appendix B for more details), which results in J-shaped stress—strain curves.
When fitting 4,,, only one data set for a given fibre fraction is used, yet the model is able to capture both data sets reasonably well.
The value of 4,, obtained by fitting varies with the nominal fibre fraction @,. We find that for @, = 0.26, 0.42, 0.51 and 0.77, the
best-fitting maximum recruitment stretch is 4,, = 3.0, 1.8, 1.7, and 3.9, respectively. The non-monotonic relationship between the
maximum recruitment stretch and fibre fraction is evident in Fig. 5; the samples with @, = 0.42 and 0.51 exhibit a much more
rapid increase in stress with strain, characteristic of a stiffer material caused by more fibre engagement. However, given the small
number of samples produced and tested, alongside the variability of the electrohydrodynamic fabrication process, the non-monotonic
relationship between the maximum recruitment stretch and the fibre fraction may not be a true characteristic of the system.

For the remainder of this section, we focus on FiHy materials that have a nominal fibre fraction @, = 0.42, as these were subjected
to additional experimental testing. By taking the maximum recruitment stretch to be 4,, = 1.8, in line with Fig. 5(b), the mechanical
properties of the material are fully characterised. The only remaining fitting parameters are related to the permeability and only
influence the time-dependent solutions of the model. After hydration, the radius and height of the sample were R = 5.165 mm and
H = 1.740 mm, respectively.

The instantaneous and equilibrium response of a FiHy material to different compressive loads was measured. Specifically, the
axial stretch g, was measured as a function of the applied compressive force F. The data is shown in Fig. 6. The model overestimates
the magnitude of the instantaneous deformation, but underestimates the equilibrium deformation. The latter suggests there is a long-
term softening mechanism at play. One explanation is that we underestimated the initial degree of hydration. From the equilibrium
analysis in Section 2.6.1, we see that the applied axial load is balanced by the axial elastic stress and the osmotic stress. Since the
osmotic stress decreases with fluid volume fraction, materials with increased hydration will experience greater axial deformation
upon application of a force. Indeed, by setting y = 0.41 to increase the fluid fraction of the initial hydrated state to ¢, = 0.97, keeping
all other parameters fixed, a much better agreement between the theoretical and experimental equilibrium response is obtained (the
dashed-dotted lines in Fig. 6(b)). However, this artificial softening also impacts the instantaneous response, which the model now
predicts less well. Thus, it is more likely that an alternative and overlooked physical mechanism is responsible for the discrepancy
between model predictions and experiments. Candidates include solid-phase viscoelasticity, which is expected for fibre-reinforced
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Fig. 5. Comparison of the model (lines) with experimental (symbols) stress—strain data. Different panels correspond to materials with different
nominal fibre fractions @,. Solid lines correspond to models that account for fibre recruitment; dashed lines correspond to models without
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Fig. 6. Comparison of model predictions (lines) and experimental measurements (symbols) of the (a) instantaneous and (b) equilibrium response
of a fibre-reinforced hydrogel to an applied force. We plot the axial stretch g, as a function of the applied force F. Two values of the initial

porosity ¢, are considered.
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Fig. 7. Comparison of model predictions (lines) and experimental measurements (symbols) of the transient response of a fibre-reinforced hydrogel
to different applied forces F. The time dependence of the axial stretch g, is shown for two different values of the initial porosity ¢,.

hydrogels (Strange et al., 2014), and slip between the fibre network and the hydrogel matrix, neither of which are considered in
the model here.

The time-dependent response of a FiHy material to an axial compressive force was also studied by Moore et al. (2023). In
particular, the axial stretch g, was measured as a function of time for three applied loads, F. For small times, there are plateaus in
the data that coincide with the instantaneous response of the material described in Section 2.6.2 (see Fig. 7(a)). However, a plateau
in the data for large times is only seen when the applied load is small (F = —1 N), providing further evidence that the material
exhibits slow viscoelastic creep.

To simulate the time-dependent material response, we set the parameters in the Mow-Holmes permeability law (32) to be
ky=2x 10713 m? Pa~l 571, y = 4, and M = 2. The model predictions (the solid lines in Fig. 7(a)) capture the qualitative features of
the data. However, large quantitative discrepancies occur; this is mainly due to the inability of the model to capture the instantaneous
and equilibrium responses of the material shown in Fig. 6. Changes to the permeability-related parameters do not strongly impact
the agreement between model and experiment, as variations in k, only horizontally shift the model curves, whereas variations in
a and M alter the transition between the instantaneous and equilibrium plateaus. However, by increasing the initial porosity to
¢y = 0.97, the time-dependent response predicted by the model is in much better agreement with the experimental data (Fig. 7(b)).
These results underscore the importance of accurately modelling the instantaneous and equilibrium response of the material, which
may require incorporating additional physics into the model. Nevertheless, with only a minimal number of fitting parameters, the
microstructure-informed continuum model is able to capture all of the experimental data qualitatively, and, in some cases, provide
excellent quantitative agreement as well.

3.3. Design of materials for artificial cartilage

Having validated our model, we now showcase how it can be used to guide the design of fibre-reinforced hydrogels used as
artificial cartilage. One of the most remarkable features of cartilage is that it is able to bear compressive loads that greatly exceed
its equilibrium compressive modulus (Moore et al., 2023). This load-bearing capacity occurs through the ability of cartilage to
transfer load from its porous, solid matrix to the fluid residing in the pore space. Unconfined compression experiments have shown
that the fraction of load supported by the interstitial fluid (also called the fluid load fraction) can be as high as 79% in human
cartilage, and 94% in bovine cartilage (Park et al., 2003). Thus, any synthetic material used to replace cartilage should achieve
similar fluid load fractions.

The goal of this section is to use our model to predict, understand, and optimise the fluid load fraction in transversely isotropic
fibre-reinforced hydrogels during force-controlled unconfined compression. We consider cylindrical gelatin-PCL composites based
on the FiHy materials produced by Moore et al. (2023) using the parameters in Section 2.8. The radius and height of the hydrated
sample are taken to be R =5.165 mm and H = 1.740 mm, respectively; the Flory interaction parameter is set to y = 0.57. The axial
compressive force is set to F = —10 N.

We focus on the peak fluid load fraction, which can be obtained by solving for the instantaneous response of a sample when
a compressive load is applied. On larger time scales, the fluid load fraction decays to zero due to the fluid within the sample
reaching equilibrium with the external fluid; see Section 2.6.1 and Tan et al. (2023) and Moore et al. (2023). From Section 2.6.2,
the instantaneous fluid pressure is given by p = g, 1/ sz —I1. The fluid load fraction can then be defined as —pA/F, where A = nﬂfRz
is the current area of the circular face of the sample. Thus, the fluid load fraction is controlled by two competing mechanisms. Firstly,
the radial elastic stresses act to pressurise the fluid. Secondly, the tensile osmotic stress, which resists axial compression, acts to
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Fig. 8. Fraction of the load supported by the fluid pressure (fluid load fraction) as a function of the nominal fibre fraction @, for various
maximum recruitment stretches 4,,. The Young’s modulus of the hydrogel matrix is (a) 4 kPa and (b) 400 kPa. The curves are computed by
solving for the instantaneous response of the sample to a 10 N compressive axial force. The quantity A = 7R?g? is the current area of the circular
face on which the axial force is applied.

depressurise the fluid. Thus, maximising the fluid load fraction amounts to decreasing the osmotic stress and increasing the radial
elastic stress.

During the instantaneous response, the amount of fluid contained within the material is fixed. As a result, the osmotic stress is
equal to that of the initially hydrated state. The osmotic stress of the initially hydrated state must balance the axial elastic stress (see
Section 2.5). Hence, the osmotic stress scales roughly with the Young’s modulus of the hydrogel matrix and the nominal volume
fraction of the matrix, | - @, so that IT ~ (1-®,)E,,. Increasing the nominal fibre fraction, @, is expected to decrease the osmotic
stress and increase the peak fluid load fraction, as confirmed by numerical results, which show the fluid load fraction exceeding
95%; see Fig. 8(a). The large fluid load fraction across the entire range of fibre fractions suggests that osmotic stresses only support
a small fraction of the load. Indeed, the above scaling analysis shows that the osmotic stress is roughly IT ~ 1 kPa in magnitude,
whereas the compressive stress induced by the load is on the order of F/(zR?) ~ 100 kPa. Increasing the hydrogel modulus by a
factor of 100 to E,, = 400 kPa results in greatly increased osmotic stresses and markedly lower peak fluid load fractions (Fig. 8(b)).

The radial elastic stress also plays a key role in controlling the peak fluid load fraction, and is dependent on both the Young’s
modulus of the fibres and the maximum recruitment stretch, 4,,. The impact of the fibre modulus on fluid load fraction has been
studied by Tan et al. (2023); thus, we focus on the role of fibre engagement. As the maximum recruitment stretch increases, there
are more inactive fibres in the network and the radial stiffness decreases. As a result, the fluid becomes less pressurised due to the
applied force and the fluid load fraction decreases, as can be seen in Fig. 8. As an extreme case, we have computed the instantaneous
response of a fibre-free network. The lack of any radial reinforcement leads to a marked decrease in the fluid load fraction; see the
red diamonds in Fig. 8. Thus, radial reinforcement plays an important role in generating interstitial fluid pressure.

Moore et al. (2023) inferred the peak fluid load fraction of FiHy samples from unconfined compression experiments. They
found that the fluid load fraction varied non-monotonically with the nominal fibre fraction. Generally, the fluid load fraction was
maximised when the (target) ratio of gelatin to PCL was 2:1 by mass. Smaller or larger proportions of gelatin led to a decrease
in the fluid load fraction. The results in Fig. 8 indicate that the fluid load fraction is sensitive to the amount of slack in the fibre
network, with the fluid load fraction increasing with decreasing slack (or values of 4,,). When fitting the stress-strain data in Fig.
5, we found that materials with intermediate fibre fractions had the least amount of slack and, therefore, would be expected to
have the greatest fluid load fractions, which matches with the findings of Moore et al. Thus, the maximum in the fluid load fraction
observed by Moore et al. is likely due to variation in the amount of slack in the fibre network across the samples.

The degree of swelling plays an important role in controlling the fluid load fraction. We now fix the nominal fibre fraction to
@, = 0.42 and the maximum recruitment stretch to 4, = 2, and we vary the initial degree of hydration, J,, which is equivalent
to varying the Flory parameter y (see Section 2.5). We consider three different values of the Young’s modulus of the matrix E,,.
Increasing the initial swelling ratio J, generally leads to a reduction in the fluid load fraction (Fig. 9(a)), which we attribute to the
increase in osmotic stress with J,. Although increasing the swelling ratio also increases the proportion of fibres that are engaged
after hydration (Fig. 9(b)), the increase in osmotic stress that acts to stretch the fibre network also acts against the applied load
and hence decreases the fluid load fraction. Thus, swelling controls the fluid load fraction through the osmotic stress rather than
by engaging fibres in the network.

3.3.1. Design implications

Our analysis of the peak fluid load fraction suggests that the load-bearing capacity of the fluid can be enhanced by decreasing the
ratio of the axial stiffness to the radial stiffness. Decreasing the axial stiffness by using a softer hydrogel matrix or a greater volume
fraction of fibres will decrease the osmotic stresses, allowing the fluid to bear more of the applied load. The radial stiffness can be
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Fig. 9. (a) Fluid load fraction as a function of the initial swelling ratio J, for different values of the Young’s modulus of the matrix E,,. The
applied force is F = —10 N. (b) The fraction of fibres that are engaged by matrix hydration as a function of initial swelling ratio. The legend
applies to both panels.

increased by introducing a reinforcing fibrous network or increasing the fibre stiffness. The fluid load fraction can also be increased
by reducing the slack in the fibre network. However, fibre slack must be removed during material fabrication and, importantly,
prior to matrix hydration. Removing fibre slack after fabrication by swelling the matrix will increase the osmotic stress and reduce
the fluid load fraction.

4. Conclusion

In this paper, we developed a mathematical framework for modelling fibre-reinforced hydrogel composite materials subjected
to finite deformations. In particular, we derived a microstructure-informed continuum model of the fibre phase, incorporating the
gradual recruitment of fibre segments due to fibre waviness, and upscaled it to a nonlinear elastic framework. This was combined
with a poroelastic model of the hydrogel phase, which allowed us to model the swelling of the gel during hydration explicitly, before
considering subsequent loading. The model could be equally applied to manufactured biomaterials, or collagen-based biological
tissues, such as articular cartilage.

Due to the simplicity of our modelling framework compared to other multi-scale approaches for fibre-reinforced hydrogels
(Castilho et al., 2019; Chen et al., 2020), it is possible to quickly sweep through parameter space to determine how changes to
the material properties impact the poromechanical response of the composite. This feature allows the model to serve as a useful
tool for guiding the design of new materials, which we showcased in the context of fabricating artificial cartilage. Although we
considered fibre-reinforced materials that are transversely isotropic, it is possible to extend the model to more general orthotropic
materials, such as those used by Visser et al. (2015) and Bas et al. (2015), by using an appropriate probability density function for
the orientation of fibres in (7) or (15). Thus, our framework opens the door to optimising the fibre network geometry for specific
applications.

The model is based on several key assumptions, namely affine deformations and perfect adhesion between the fibres and the
hydrogel matrix. Non-affine deformations are expected to reduce the stiffness of the material by introducing gradual recruitment of
fibre segments due to local microstructural rotations of the material occurring prior to local stretching. The impact on the stress—
strain curve would be to amplify the ‘J’ shape in a manner that is analogous to increasing the maximum recruitment stretch 4,, in
the current model. For the same reasons, non-affine deformations are expected to reduce the fluid load fraction. The loss of adhesion
between the fibres and the hydrogel matrix would impact the stress—strain response and fluid load fraction in non-trivial ways. For
instance, slip between the fibres and matrix would increase the amount of matrix deformation needed to remove slack from the
fibres and thus would be analogous to increasing 4,,. However, any slip that occurs on longer time scales, such as after all the fibres
are engaged, would likely be the result of the fibres relaxing to a less tensile state or not deforming further, corresponding to a loss
of reinforcement and a softening of the material. This could manifest in the stress—strain curve as strain-softening or viscoelastic
behaviour. Addressing these model limitations should be addressed in future work. Despite these assumptions, the model is able
to capture several key features of fibre-reinforced hydrogels that have been observed experimentally. In particular, the gradual
recruitment of fibres allows accurate quantitative agreement with the nonlinear, J-shaped loading curves seen in Fig. 5, as well
as qualitative agreement with the time-dependent behaviour displayed in Fig. 7. To improve the quantitative agreement with the
transient behaviour, it will likely be necessary to incorporate constitutive viscoelasticity into the fibres themselves. Several non-linear
viscoelastic phenomena can be explained by the gradual recruitment of viscoelastic fibres (Shearer et al., 2020).
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Finally, the fibres in our model are assumed to be infinitely flexible, with no bending stiffness. A potential further improvement
could be to incorporate the influence of the fibres’ aspect ratio on their bending stiffness into the model and investigate the
corresponding mechanical effects on the network. However, it may be challenging to scale such a model up analytically to the
macroscale as we have done here; thus, as always, there is a balance to be struck between the accuracy and the tractability of

future models.
CRediT authorship contribution statement
Matthew G. Hennessy: Writing — review & editing, Writing — original draft, Visualization, Software, Methodology, Investigation,

Conceptualization. Tom Shearer: Writing — review & editing, Writing — original draft, Methodology, Investigation, Formal analysis,
Conceptualization. Axel C. Moore: Writing — review & editing, Writing — original draft, Methodology, Data curation.

Declaration of competing interest

The authors declare that they have no known competing financial interests or personal relationships that could have appeared
to influence the work reported in this paper.

Appendix A. The quartic distribution function

In this paper, a piecewise quartic polynomial given by

0, Ao <1,
6042(A, — D(A, — A,,)

fGo) = S s 1< 4 < Ay, (A1)
3 =54, +524 -3 T
0, he 2 s

is used to describe the distribution of recruitment stretches A, required to engage the fibres in the network. Here, 4,, is the maximum
recruitment stretch, which describes the stretch required to engage all of the fibres in the network. The quartic function (A.1) is a
probability density function as it satisfies f0°° f(4,)dA, = 1. It also ensures that no fibres are pre-loaded in the reference configuration
as the minimum recruitment stretch is A, = 1. This quartic distribution is plotted in Fig. 10(a).

Upon evaluating Eq. (14) using the quartic distribution (A.1), we find that the stretch-averaged strain energy of the fibres is

0, 1<,

Ef(A—1)*(54, -3 -24)
WD =124, — D33 +44, +342)

E; SEMA=l,—1)

—t . i2A,
2 (3+44,+342) "

<A< Ams (Az)

which gives rise to an average fibre segment stress (5, = de /dA) of

0, A<,
SE(A—17Q24,—1-4)
Gr(D) =9 Ay — D3G +44, +342)
SEfQA— 4y — 1)
(3 +44, +322)

<A< A (A3)

, A> A,
These functions are plotted in Fig. 10(b) and (c).

Appendix B. Comparison of fibre recruitment distributions

In addition to the quartic function (A.1) used to describe the distribution of fibre recruitment stretches, we also consider triangular
and linear distributions. The triangular distribution is given by

0, A, < 4,
2(A, — 44)
—_————, A, < 4. <4
G =R =2 T T
f(AC) = 2(Am - Ac) A, <A <A (Bl)
(/lm - '{a)(/lm - ’1*)’ o "
0 Jo > Ay
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Fig. 10. (a) The quartic recruitment stretch distribution function, f(4.), given by (A.1). (b) The average fibre segment strain energy density,
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Fig. 11. Comparison of (a) three probability distributions for the fibre recruitment stretches 4, and (b) the corresponding average fibre segment
stress (normalised by the fibre modulus). The fibre distributions and parameter values can be found in Appendix B.

where /1, denotes the stretch needed to recruit any fibre in the network; 4, is the mode of the distribution or the most probable
stretch that must be exceeded to recruit a fibre; and, as before, 4,, is the maximum stretch that must be exceeded to recruit all fibres
in the network. The triangular distribution provides an approximation to the quartic distribution (A.1). The linear distribution is
obtained from the triangular distribution (B.1) by taking the limit as 4, — 1 and 4, — 1 to obtain

0, A. <1,
2(Am_lc)
A)= ———, 154, <4, B.2
100 =1 T ¢ < (B.2)
0 Ao > A

The mode of the linear distribution is located at 4, = 1. The corresponding mean strain energy and stress of a fibre segment can be
computed following the procedure outlined in Appendix A.

To compare the three distributions, we set the maximum recruitment stretch to 4,, = 1.3. In the triangular distribution, we also
set 4, = 1, so that fibres begin to engage immediately after a tension is applied to the material. We also set the mode of the triangular
distribution to 4, = 1.15, which is the average of 4, and A.. The three distribution functions and the corresponding stresses are shown
in Fig. 11. Due to the similarities in the quartic and triangular distributions, the resulting fibre segment stresses are nearly identical.
The stress from the linear distribution increases more rapidly with stretch due to this distribution having a smaller mode, implying
that less deformation is required on average to engage a fibre. Importantly, when the linear distribution is used, the stress—stretch
curve becomes more linear as the stretch increases from one and the ‘J’ shape of the curve that is present from the quartic and
triangular distributions is lost. From these results, we can conclude that the statistical properties of the recruitment distribution,
such as the mode and maximum recruitment stretch, control the mechanics of the fibre network rather than the specific functional
form of the fibre distribution function.

Appendix C. Elastic energy and stress of equi-biaxial in-plane deformations
We assume the material is subject to an equi-biaxial deformation in the plane of isotropy (i.e. the plane of the fibre network).

Thus, the total deformation gradient tensor has the form F, = diag(4;, 4, 4,), where 4 and 4, represent the in-plane and out-of-plane
stretches, respectively. The elastic component of the Cauchy stress tensor will have the representation ¢¢ = diag(aﬁ , aﬁ ,09).
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When the principal stretches of the fibre network are equal, 4, = 1, = A, the strain energy functions associated with the fibres,
as given in Egs. (9) and (15), simplify to
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4
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respectively. The in-plane elastic Cauchy stresses, ”ﬁ = (A" 1oW, /04, are
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respectively, where
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is the stress associated with the neo-Hookean matrix. In both cases, the out-of-plane elastic stress, ol = Aﬂzz)We 04y, is
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Appendix D. Supplementary data
Supplementary material related to this article can be found online at https://doi.org/10.1016/j.jmps.2025.106350.
Data availability

Data will be made available on request.
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