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Fig. S1 Distance distribution function, p(r), of 1 wt% macromolecular crowder agent Ficoll PM
70 at different pressures.
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Fig. S2 Kratky plots of the macromolecular crowder agent Ficoll PM 70 at a mass concentration
of 15 % (left) and 30 % (right), respectively. The effect of increasing pressure (from 1 bar to 2500
bar in steps of 500 bar) on the scattering curves is indicated by the black arrows.




0.25 T T T T

0.20 | i
5015} \ |
<010} \ .

0.05| : -

0.00

02 T T T T T T T T

-12700 ‘ ‘16I80 I 16I60 : 16I40 : 16I20 : 1600
v/cm’”

Fig. S3 Normalized FT-IR spectra of 3 wt% SNase in the presence of the macromolecular

crowder agent Ficoll PM 70 (at a mass fraction of 30 %) in the amide-I’ region upon thermal

unfolding at ambient pressure and pD 5.5 (top). The corresponding second derivative spectra are

shown to track the changes of the different secondary structure elements more clearly (bottom).

Temperature-induced changes (from 10 °C to 65 °C) are indicated by the black arrow.
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Fig. S4 Normalized FT-IR spectra of 3 wt% SNase in the presence of the macromolecular
crowder agent Ficoll PM 70 (at a mass fraction of 30 wt%) in the amide-I’ region upon pressure-
induced unfolding at 25 °C and pD 5.5 (top). The corresponding second derivative spectra are
shown to track the changes of the different secondary structure elements more clearly (bottom).
The evolution of the measured curves with increasing pressure (from 1 bar to 7000 bar) is
indicated by the black arrows.
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