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Figure S1 a. 12% SDS-PAGE of Q8 purification using cobalt-charged NiNTA affinity chromatography. L: Ladder, FT: flow-
through. b. 12% SDS-PAGE of Q8 at 1 uM following dialysis and concentration.

Figure S2 Various transmission electron micrographs of Q8.
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Figure S3 Sigmoidal fit of exponents from MPT analysis of Q8 microrheological assay. Error bars represent the standard deviation of
three independent trials.
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Figure S4 a. Updated linear regression model for relationship between average fiber diameter and critical gelation time (tg) for
all gelling Q variants. Error represents the average of three independent trials. b. Exponential relationship between AEE.; and
critical gelation time (tg) for in silico prediction. Error bars represent the standard deviation of three independent trials.
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Figure S5 Representative image of Q in the gel state (2 mM) after loading onto parallel plate theometer.
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Figure S6 Standard curve of absorbance at 490 nm by a microplate reader (BioTek) for doxorubicin concentration.

Figure S7 Various transmission electron micrographs of Q8+Dox.
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Figure S8 Average tumor volume following treatment of Q8 (open circles), Dox (grey filled circles), and Q8<Dox (black filled
circles) measured at baseline (0 days), 5 days, and 7 days post-treatment. Error bars represent the standard error of the mean: 5
mice for Q8<Dox and Dox, 4 mice for Q8. * represents p-value < 0.05 calculated by 2-way ANOVA.

Table S1 Average and standard deviation of MRE values of CD spectra a-helical minima and % secondary structure content
assessed by peak deconvolution of ATR-FTIR spectra

Circular Dichroism Minima FTIR Deconvolution (%)
Phase -@203 -@222 @222 / . Random
(degrcm?+dmol!) | (deg*cm?-dmol!) (O a-helix P-sheet Coil
Solution 27,000 + 2,000 33,000 + 3,000 1.2+0.1 | 28.8+4.2 | 41.9+5.8 259+6.8
Gel 8,000 £ 2,000 9,000 £ 1,000 1.1+0.0 | 34.7+2.0 | 39.9+6.7 26.5+9.0

Table S2 Comparison of experimental and predicted values of a-helicity (gel state) and increase in structured content measured
by FTIR using univariate linear regression models from Britton et al. !

Structure metric Actual Predicted from | Residual RMSE from
Model model

o-helicity (gel) — | 34.7 41.6 6.9 1.0

univariate  with

Rosetta Score

Increase in | 5.9 5.6 0.3 1.0

Structure (%) -

univariate  with

Rosetta Score
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