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Figure S1. 'HNMR spectrum of low charge density SF(S)-PGA silk ionomer.
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Figure S2: "HNMR spectrum of low charge density SF(S)-PLL silk ionomer.

Figure S3.
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"HNMR spectrum of block SF(S)-PLL-PEG silk copolymer
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Figure S4. 'HNMR spectrum of double-brush PEG-grafted SF(Y,S)-PLL-g[D]-PEG silk ionomer
with D=9.
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Figure S5. Viability of bacterial cells encapsulated in 3 bilayers of low charge density silk
polyelectrolytes that were initially primed with a bilayer of SF, (SF),-(SF(S)-PLL/SF(S)-PGA); shells.
Viability was assessed with resazurin (a) and MTT (b) assays. Experimental values are represented
as means + SD, n = 6. Paired t test, *p < 0.01.
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Figure S6. Kinetics of GFP expression in E. coli (a) and B. subtilis (b) cells encapsulated in 3 bilayers of
low charge density silk polyelectrolytes that were initially primed with a bilayer of SF, (SF).-(SF(S)-
PLL/SF(S)-PGA); shells. Experimental values are represented as means = SD, n = 6. Paired t test, *p <
0.05.



