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This entry briefly covers the existing knowledge on the lubrication mechanisms of hydrogels by discussing the main

ideas, knowledge gaps and opportunities in the research area.
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1. Introduction

Since their inception, research on hydrogels have gained popularity, most significantly in biomedical research.

Figure 1 shows a schematic representation of a hydrogel. Hydrogels are composed of chemically or physically

crosslinked polymeric networks imbibed by a good solvent  in most cases an aqueous fluid. The blob-like

structure of hydrogels is often described via the scaling laws proposed by de Gennes for polymer solutions in the

semi-dilute regime. The distance between two crosslinks (labelled as mesh size, ) depends on the polymer

concentration and the solvent quality, among others. This characteristic length determines key properties of

hydrogels like permeability, elastic modulus and viscoelastic relaxation. Due to their semblance to biological

tribosystems, a significant amount of research has been conducted on hydrogels to elucidate biolubrication

mechanisms and their possible applications as replacement materials in biological tribosystems. From models

developed on the basis of polymer physics to the concept of hydration lubrication, the proposed mechanisms are

plenty. One subset of models takes a polymer physics approach based on the scaling laws proposed by de

Gennes , and emphasizes the role of the mesh size both in boundary and in hydrodynamic lubrication. In contrast

to this, the second approach emphasizes the role of a thin fluid film effectively separating the countersurfaces at

low velocities and/or full fluid film lubrication at fast sliding velocities. 
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Figure 1. Hydrogel consisting of polymer chains permanently crosslinked or physically entangled. The mesh size

  (see dashed circles) may vary as a function of the hydrogel’s depth due to gradients in crosslinking as well as

polymer concentration.

2. Overview of Mechanistic Models

Brainchild of Klein , the concept of a thin film of water of a few nanometers in thickness separating two surfaces

decorated with polymer brushes has found its way to explain lubrication mediated by synthetic and biological

hydrogels and the low coefficients of friction . Imagine the hydrated polymer chains at the hydrogel´s surface

sliding past each other. The so-termed hydration lubrication presumes the absence of contact between the

polymer-bearing surfaces as a result of repulsive interactions, mainly elastic and osmotic in origin, although

electrostatic interactions also contribute in the case of charged hydrogels . Hence, it attributes the low friction

coefficients to the small viscous force upon shear of a thin (hydration) film separating the surfaces .

However, MD simulations of neutral polymer brushes  and experimentally observed contact between polymer

and a solid surface via imaging  or through the measured stick-slip  point to the absence of such a

hydration film separating the two sliding surfaces.  This reminds us that the existence of a thin film is not universal,

but it strongly depends on the chemical interactions between the polymer and the solid countersurface. Also, to

date, it is still unclear under which tribological conditions a fluid film effectively separates permeable surfaces, like

hydrogels, yielding hydrodynamic and hydration lubrication. This is mainly due to the inherent difficulty to

experimentally prove the presence of this film and to determine its thickness.

Pioneering measurements by Gong reported a non-monotonic velocity dependence of the kinetic friction force and

distinguished between the type of interaction, i.e. repulsive vs. adhesive, at the interface . This non-monotonic

dependence was confirmed in numerous subsequent studies . For instance, an adsorption-

desorption model based on the mechanism of rubber friction was proposed for adhesive contacts, wherein both the

fluctuation length () and the characteristic relaxation times of the polymer network dictate attachment and

detachment rates of the polymer to the counter surface . According to this model, friction in the adhesive (also

called elastic) regime can either increase (velocity-strengthening), decrease (velocity-weakening) or remain

constant depending on the time scale of the experimental observation. The transition from the adhesive to viscous

regime occurs within an increase in sliding speed when a Newtonian fluid film separates the two surfaces and its

shear determines the dissipated energy. More recent studies have revealed deviations from this behavior. For

examples, they have shown a non-Newtonian scaling and stick-slip  at high sliding velocities, both

evidencing the influence of the polymer on friction at high velocities in the so called viscous regime. Frictional

models based on a hydrodynamic flow through the porous network  and thixotropic flow response of the

hydrogel’s interface  have also come to light.

The viscous-adhesive model, recently developed by the authors  provides a phenomenological model to quantify

frictional response of hydrogels by considering an interplay of adhesive and viscous dissipation directly arising from

the hydrogel’s microstructure. The model accounts for confinement effects, poroelastic deformation, and the
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influence of the polymer on the viscous dissipation in an attempt to reconcile the existing discrepancies in

previously proposed models for adhesive hydrogel contacts.

3. Knowledge Gaps and Opportunities

As described earlier, the proposed mechanisms for viscous dissipation range from hydrodynamic lubrication

mediated by the Newtonian behavior of the solvent to non-Newtonian shear of the hydrogel interfacial region and a

polymer-relaxation lubrication mechanism. While all of these assumptions are consistent with experimental

observations, measurements dedicated to examining the interfacial rheology of adhesive and repulsive contacts

with hydrogels are still needed to provide fundamental insight into the interfacial behavior. Rheological models that

specifically account for the time-dependent variation of friction in static contacts have been already considered

.

The complexity of the lubrication mechanisms mediated by hydrogels also relies on other factors, including contact

roughness and wear. Surface roughness can significantly affect the frictional characteristics. For example, while

the friction at relatively smooth hydrogel surfaces follows well the elastic-hydrodynamic friction model by Gong ,

hydrogels with a surface roughness in the microscale (1-10 µm) exhibit only a velocity-weakening regime. Similarly,

the roughness of the hard surface is also shown to play a role in the frictional response below the critical velocity

. On the one hand, hydrogels have an inherent surface roughness owing to polymer dynamics at the interface.

On the other one, hydrogels can be prepared with modulated surface topology. Hence, it seems imperative to

elucidate the influence of surface roughness on the lubrication mechanisms and friction models. Similarly, the

relation between frictional dissipation and wear is still not well understood. While several works have examined the

tribologically-induced wear of hydrogels that can serve as biological replacement materials , the

understanding of the mechanisms underlying tribologically promoted wear is not only lacking, but even more, the

correlation is debated.

Another relevant phenomenon for the frictional dissipation of soft materials is static friction. Although only a handful

of studies have focused on static friction of hydrogels , there is sufficient experimental evidence

demonstrating the dependence of adhesion and static friction on contact time. It is worth mentioning that wear of

soft biological materials has been often related to adhesion and static friction , and hence, future research

should be dedicated to improving our understanding of static friction of hydrogels, as well.

The frictional response of hydrogels is also expected to depend on the chemical make-up and charge of hydrogel

surfaces. Precedent works by Gong  and Sokoloff  have developed models for charged hydrogel friction.

Between similarly charged surfaces, a fluid film can be expected  Interestingly, it has been shown that friction can

be controlled by adjusting the local molecular conformation of a polyelectrolyte brush via an alternating electric

field . The intensity of the applied field can regulate the stretching of the polymer chain while sliding, and thereby,

the degree of interpenetration between opposite polymer brushes at the interface. The dynamics of the response is

controlled by the relaxation times of the polyelectrolyte. While the molecular-level response to an electric field is

relatively quick, less is known about the response dynamics of charged hydrogels. Electrotunable behavior offers
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opportunities for applications in soft robotics, among others, and hence, it is not only fundamentally interesting but

also important for these applications. Furthermore, varying the fluid film properties through the modulation of an

applied electric field or of the charge density of the hydrogel offers a new avenue to elucidate the mechanism of

viscous and electroviscous dissipation.

Note:

Hydrogels are undoubtedly of great interest to the tribology community, but there still remains much work to be

done before we can design hydrogels for targeted tribological applications. Elucidating hydrogel lubrication

mechanisms is not only paramount to understand better biolubrication but also to advance the knowledge required

to achieve this design goal. 
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