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Fig. S1 'H (DMSO-d) and 3C (CDCl3) NMR spectrum of compound 2a at 295 K.
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Fig. S2 'H (DMSO-d6) and 1*C (CDCl3) NMR spectrum of compound 2¢ at 295 K.
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0.15 mg-mL-".
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Fig. S21 AFM images of SP-GA-EtG1 after irradiation with UV (a) and visible light (b), SP-AG-
MeGl1 after irradiation with UV (c) and visible light (d), as well as MeG1-GA-SP after irradiation
with UV (e) and visible light (f). Ayy = 254 nm; Ayis> 450 nm; T =10 °C, C = 0.15 mg-mL"!, scale

bar =2 um.
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Fig. S22 CD and UV/vis spectra in aqueous solutions of SP-GA-EtGl1 irradiated by UV (a) and
re-irradiation with visible light (b), of SP-AG-MeG1 irradiated by UV (c) and re-irradiation with
visible light (d), as well as MeG1-GA-SP irradiated by UV (e) and re-irradiation with visible light
(). Insets in (a), (b), (c), (d), (e) and (f): plots of molar ellipticity at around 380 nm (6s50) against
irradiation time. Ayy = 254 nm; Ayis> 450 nm; T =10 °C, C = 0.3 mg-mL-".
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Fig. S23 Plots of transmittance versus temperature for SP-GA-EtG1 (a), SP-AG-MeG1 (b) and
MeG1-GA-SP (c). Heating rate = 0.5 °C-min’!, C = 0.5 mg-mL-!, wavelength = 700 nm. Inset:
photographs of the aqueous solutions below and above their Tps.

Fig. S24 Microscopic photographs of SP-GA-EtG1 below (a) and above (b) the T,,, SP-AG-

MeG1 below (c) and above (d) the T, as well as MeG1-GA-SP below (e) and above (f) the T,
C=0.5mgmL"
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Fig. S25 CD and UV/vis spectra in aqueous solutions of SP-GA-EtG1 through heating (a) and
cooling (b), SP-AG-MeG1 through heating (d) and cooling (e), MeG1-GA-SP through heating (g)
and cooling (h), as well as the first Cotton effect at around 380 nm (6s50) after several cycles
heating and cooling (through irradiation with visible light): SP-GA-EtG1 (c), SP-AG-MeG1 (f),
MeG1-GA-SP (i). Inset in (a), (b), (d), (e), (g) and (h): plots of molar ellipticity at around 380 nm
(6) against temperature. Heating rate = 2.0 °C-min™'; Ayis> 450 nm; C = 0.3 mg-mL".
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Fig. S26 'H NMR spectra in D,O at varied temperatures of SP-GA-EtG1 (a), SP-AG-MeG1 (b)
and MeG1-GA-SP (¢). C=2.5 mg-mL..
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Fig. S27 NOESY spectra of SP-GA-EtG1 at 10 °C (a) and 55 °C (b), SP-AG-MeG1 at 10 °C (¢)
and 50 °C (d), as well as MeG1-GA-SP at 10 °C (e) and 50 °C (f). C=5 mg-mL"".
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