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Figure S1 Overlay of XRPD data from fig 6. The red line corresponds to 95% rH, the pink line

corresponds to 75% rH and the green line corresponds to 65% rH.
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Figure S2 Overlay of XRPD data from fig 8. The red line corresponds to 95% rH during initial stages
of the experiment, the green line corresponds to 85% rH during dehydration, the pink line corresponds

to 75% rH, the yellow line corresponds to 85% rH during rehydration and the black line corresponds to

95% rH at the end of the experiment.
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Figure S3 Surface plot of XRPD data from HEWL polycrystalline precipitates. Samples were

crystallized at pH 4.5. Data were collected using the laboratory X-ray Powder Diffractometer
(Empyrean) equipped with the built-in MHC-trans humidity chamber [A = 1.540598 A, RT] (Malvern

Panalytical Company).

Table S1  Type 1 experiment. Refined structural parameters and experimental details for all HEWL

samples. The Table lists sample codes, waiting time and lattice dimensions as extracted using Pawley

analysis.

Waiting . Unit cell
Sample Time(min) i 2 b e £O) volume (A3)
95% to 75% rH
1 0 95 28.33(5) 54.21(2) 72.24(9)  94.385(8)  110674(245)
1 35 723328 28.24(4)  54.18(1) 72.19(6)  94.563(5)  110140(180)
3 57 747376 28.42(5) 54.17(4) 72.15(6)  94.296(6)  110801(224)
1 88 74.18269 28.29(3)  54.23(1) 72.10(4)  94.660(3)  110308(120)
3 109 7474045 28.33(1)  54.24(1) 72.15(4)  94.432(5)  110548(7)
2 171 75.34395 28.40(3)  54.20(3) 72.19(4)  94.312(4)  110834(156)
3 191 75.17329 28.38(1)  54.30(1) 72.13(1)  94.287(2)  110863(45)
2 273 75.39103 28.39(3)  54.44(3) 72.18(4)  94.148(4)  111284(143)
3 314 75 28.39(4) 54.59(5) 72.25(6)  94.007(5)  111719(206)
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2 395 751465 28.39(4) 54.49(4) 72.23(6)  94.044(6) 111518(186)
3 436 75 28.39(4)  54.44(5) 72.29(4)  94.112(4)  111487(181)

95% to 70% rH

1 0 95 28.28(7)  54.55(2) 72.26(7)  94.940(1)  111104(309)
2 58 7150584 28.23(4)  54.50(1) 72.32(4)  94.853(1)  110890(176)
2 68 69.5105 28.20(5) 54.43(1) 72.10(6)  95.138(7)  110276(219)
2 97 69.29599 28.30(3)  54.58(1) 72.29(5)  94.774(5)  111293(155)
2 118 70.75879 28.46(4)  54.50(2) 72.30(4)  94.469(4)  111812(162)
2 144 70.09008 28.47(4)  54.50(2) 72.21(5)  94.319(4)  111767(181)
2 216 71 28.42(5)  54.99(2) 72.38(8)  94.220(7)  112858(226)
2 245 69.99834 28.50(6) 54.97(3) 72.44(9)  94.040(8)  113231(281)

95% to 65% rH

1 0 94 28.47(1)  54.46(1) 72.22(2)  96.214(1)  111335(68)
1 40 63.67559 28.36(1)  54.35(2) 72.19(1)  94.456(1)  110968(133)
2 50 68.88127 28.36(1)  54.45(1) 72.13(1)  94.641(2)  111063(27)
3 60 63.65327 28.36(1)  54.48(1) 72.17(1)  94.886(1)  111119(17)
1 91 64.80833 28.26(1)  54.62(1) 72.25(2)  94.594(2)  111193(39)
2 110 65.89632 28.39(1)  54.39(1) 72.16(1)  94.678(2)  111095(32)
3 130 64.47236 28.40(1) 54.67(1) 72.47(1)  94.943(1) 111678(12)
1 170 64.59833 28.38(1) 54.37(1) 72.04(1)  94.613(1)  110835(10)
3 193 64.89632 28.38(1)  54.90(1) 71.93(1)  95.085(1)  111666(18)

95% to 60% rH

1 0 94 28.25(5)  54.38(2) 72.21(6)  94.845(6)  110558(224)
1 72 59.04333 28.28(3)  54.41(1) 72.11(5)  94.849(3)  110595(125)
2 82 62.11873 28.20(2)  54.46(1) 72.28(5)  94.804(4)  110675(121)
3 92 59.25753 28.28(3)  54.43(1) 72.21(5)  94.750(4)  110810(143)
1 123 59.93035 28.29(3)  54.39(1) 72.16(4)  94.784(4)  110654(132)
2 148 60.4214  28.28(4)  54.44(1) 72.19(5)  94.696(4)  110787(170)

3 168 59.66945 28.28(4)  54.66(1) 72.24(6)  94.636(5) 111357(185)
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1 208 60.01836 28.30(3)  54.66(1) 72.14(5)  94.797(4)  111231(144)
2 228 60.23038 28.36(4) 54.88(2) 72.07(7)  94.756(5)  111820(182)

95% to 55% rH

1 0 95 28.32(4)  54.48(5) 71.96(6)  96.123(6)  110425(209)
1 60 54.33555 28.27(3)  54.49(3) 71.72(5)  96.107(4)  109907(167)
3 80 54.22371 28.18(4)  54.44(2) 7157(5)  95.997(3)  109255(193)
1 100 54.86957 28.20(1)  54.48(1) 71.45(4)  96.118(1)  109199(65)

2 120 5547826 28.32(4)  54.46(3) 71.60(6)  96.175(5)  109838(184)
1 160 550384 28.29(3) 54.82(3) 7158(6)  96.139(5)  110415(163)
2 180 55399  28.33(4)  54.63(6) 71.82(5)  96.349(5)  110520(218)

Table S2  Type 2 experiment. Refined structural parameters and experimental details for all HEWL

samples. The Table lists sample codes, waiting time and lattice dimensions as extracted using Pawley

analysis.
Decreasing Unit cell
rH (%) 2 b ° B £0) volume(A3)
95 - - 28.21(2) 54.28(2) 71.55(4) 95.569(5)  109071(119)
90 - - 28.16(2) 54.24(1) 71.44(3) 95.770(3)  108597(93)
85 - - 28.15(3) 54.15(1) 71.65(3) 95.413(3)  108779(115)
80 - - 28.14(2) 54.15(2) 71.35(3) 95.909(3)  108194(102)
75
Increasing -- -- 28.19(5) 54.21(4) 71.48(8) 95.573(6) 108767(235)
rH (%)
80 - - 28.17(5) 54.13(5) 71.64(8) 95.412(7)  108793(260)
85 -- -- 28.19(1) 54.01(7) 71.8(1) 95.020(1) 108998(463)
90 -- -- 28.17(3) 53.91(3) 71.89(5) 94.977(5)  108809(163)

95 - - 28.15(3) 53.93(1) 72.01(4) 94.925(3)  109123(134)




