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Fig. S1: Structure of 4aPEG-PyPBA.
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Fig. S2: Strain sweeps of 2-4 wt% 4aPEG-PyPBA/4aPEG-Diol hydrogels at 25°C, prepared at
pH 7.
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Fig. S3: Strain-stiffening behavior of 4aPEG-FPBA/4aPEG-Diol gels upon drying and
rehydration. (A) Strain sweeps of a freshly prepared 5 wt% gel, a “5 wt% — 5 wt%” gel
prepared at 5 wt% with 150 mM pH 6.5 buffer, lyophilized, and rehydrated to 5 wt% with DI
water, and a “2.5 wt% — 5 wt%” gel prepared at 2.5 wt% with 75 mM pH 6.5 buffer,
lyophilized, and rehydrated to 5 wt% with DI water. (B) Critical stress and stiffening index of

these three gels.

Page S3



Online Supporting Information

10000
1000 | sgogittisessassesany
0003888808350288°
0025g98° 880°,97°080800,
—~100 0°9 °® ° 90806590
T 0°g9 o® 000808000
o o-e o
~— .8 Py .. 00080§
") ° o
310 o o
] F g
3 e
S °
= 1]6°
®
pH 6.5G' OpH 6.5G"
041 OpH7G" OpH7G"
) ®pH7.5G' OpH7.5G"
®pH8G' OpH8G"
0.01 4 . ;
0.1 1 10 100

Frequency (rad/s)

Fig. S4: Frequency sweeps of 2.5 wt% 4aPEG-FPBA/4aPEG-Diol hydrogels at 25°C, prepared
atpH 6.5,7,7.5, and 8.
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Fig. S5: Strain sweeps of 3 wt% 4aPEG-PyPBA/4aPEG-Diol hydrogels at 25°C, prepared at pH
6.5,7,and 7.5.
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Fig. S6: Frequency sweeps of 2-5 wt% 4aPEG-FPBA/4aPEG-Diol hydrogels at 25°C, prepared

atpH 6.5.

Fig. S7: Frequency sweeps of 2-5 wt% 4aPEG-FPBA/4aPEG-Diol hydrogels at 25°C, prepared

atpH 7.

10000
.............
500 o§e=g°'3838333.
o o0 Y X)
1000 0050588 '03885 80
0950080 980, o
o 008 §%e 8 o
09%090 [ ] 0 88 (o) |
0.03°%9,000,° 8g o0
0505°58 e 03884%6
’N\ 0000 0Q®e0e o 88
o 08950 %08 °598
2100 $5°0° eg0e 09
7)) o 00 %
s o:oo
= o% e
3 o8,
o 10 - ....
= Pl 2wt% G 2wt% G"
° 2.5wt%G' 2.5 wt% G"
] ®3wt% G O3 wt% G"
©3.5wWt% G’ 03.5wt% G"
1 04 wWt% G' 04 wt% G"
®5wt% G'  O5 wt% G"
0.1 | . .
01 1 10 100

Frequency (rad/s)

Page S5




Online Supporting Information

10000

1000 -

e e DD

Modulus (Pa)
[=]
o

. 2W% G 2 wt% G

10 25wt%G' 02.5wt% G"
e3wt% G O3 wit% G"

1 ©3.5wWt% G' 03.5wt% G"
®4Wt% G 04 wt% G"
| o5Wt% G' O5wt% G"

14 . r
0.1 1 10 100

Frequency (rad/s)

Fig. S8: Frequency sweeps of 2-5 wt% 4aPEG-FPBA/4aPEG-Diol hydrogels at 25°C, prepared
atpH 7.5.
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Fig. S9: Frequency sweeps of 2-5 wt% 4aPEG-FPBA/4aPEG-Diol hydrogels at 25°C, prepared
at pH 8.
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Fig. S10: Frequency sweeps of 2.5 wt% 4aPEG-FPBA/4aPEG-Diol hydrogels at 5°C, 15°C,
25°C, and 35°C, prepared at pH 6.5.
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