
Protein self-assembly into phase-separated states or hydrated, high 
concentration hydrogels is intricately linked to hydration and 
dehydration structure and dynamics. Here, it will be shown how 
mainly electron paramagnetic resonance (EPR) spectroscopy on 
paramagnetic tracer molecules can be used to characterize phase-
separating elastin-like polypeptides and derived polypeptides that 
show thermal hysteresis. Furthermore, the vast tuning parameter 
space of high-concentration protein hydrogels is explored for the 
platform of albumin-based hydrogels, hydrogel function can be 
tuned by e.g. post-translational modification or pH. 
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