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Figure S1. 'H NMR spectrum of Boc-PO(Ms)G-OMe in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S2. >*C NMR spectrum of Boe-PO(Ms)G-OMe in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S3. '"H NMR spectrum of Boc-PO(N3)G-OMe in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S4."*C NMR spectrum of Boe-PO(N3)G-OMe in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S5. '"H NMR spectrum of Boe-PO(N3)G-OH in dse-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S6. '*C NMR spectrum of Boc-PO(N3)G-OH in de-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S7. 'H NMR spectrum of Boc-PO(N3)G-TPE in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S8. 3C NMR spectrum of Boc-PO(N3)G-TPE in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S9. '"H NMR spectrum of Boc-PO(Me)G-TPE in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S10. *C NMR spectrum of Boe-PO(Me)G-TPE in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S11. '"H NMR spectrum of Boe-PO(Et)G-TPE in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S12. >*C NMR spectrum of Boc-PO(Et)G-TPE in ds-DMSO. The solvent peak is marked

with asterisk (*).
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Figure S17. ESI-MS (pos. mode, DCM) of Boc-PO(Ms)G-OMe.
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Figure S18. ESI-MS (pos. mode, DCM) of Boc-PO(N3)G-OMe.

S12



Boc-PO(N3)G-OH #9 RT: 0.07 AV:1 NL:7.06E7
T: FTMS + p ESIFullms [100.0000-1000.0000]
3

100 111
90 CoHoNsO4*
807
704
5 19 4332
% 60:
< 507
o 7
= J
T 407
(V] -
-
e C1sHoNOg*
] B 676 CyHyNgDs"
20 N 312.1
1CHgNs0," C,(H;;N4O,* 355.1 al12 |4342
10
1 1931 2531 338.3 | 356.1 ‘ JI 45522 5°f-2
0|"rl|‘]?'|‘l'|]'r|l“1] ILI!I|‘I.I|IIII|I1 l'%LI‘TfI‘]Il|||l1ll|r||l]
200 250 300 350 400 450 500 550 600 650
m/z
Figure S19. ESI-MS (pos. mode, DCM) of Boc-PO(N3)G-OH.
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Figure S20. ESI-MS (pos. mode, DCM) of Boc-PO(N3)G-TPE.
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Figure S22. ESI-MS (pos. mode, DCM) of Boc-PO(Et)G-TPE.
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Figure S23. ESI-MS (pos. mode, DCM) of H-PO(Me)G-TPE.
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Figure S24. ESI-MS (pos. mode, DCM) of H-PO(Et)G-TPE.
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Figure S25. NOESY spectra of H-PO(Me)G-TPE in D20 at pH 4 (a), pH 5 (b), pH 6 (c), and pH
7(d). T=25°C.C=1.0mgmL".
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Figure S26. NOESY spectra of H-PO(Et)G-TPE in D20 at pH 1 (a), pH 3 (b), pH 5 (¢), and pH
6(d). T=25°C.C=1.0 mg-mL™.
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Figure S27. Temperature-varied FL spectra of H-PO(Me)G-TPE in aqueous solutions at pH 4
(a), pH 5 (b), pH 6 (c), and pH 7 (d). C = 0.2 mg-mL"!, kex = 325 nm.
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Figure S28. Temperature-varied FL spectra of H-PO(Et)G-TPE in aqueous solution at pH 1 (a),
pH 2 (b), pH 3 (c), pH 4 (d), pH 5 (e), and pH 6 (f). C = 0.2 mg-mL"!, kex = 325 nm.
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Figure S31. NOESY spectra of H-PO(Et)G-TPE in D20 at 10 °C (a), 25 °C (b), 45 °C (¢), and
70 °C (d). pH=6.C = 1.0 mg-mL™".
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Figure S32. Temperature-varied CD and UV spectra of the assembly from H-PO(Me)G-TPE in
aqueous solutions at pH 4 (a), pH 5 (b), pH 6 (c), and pH 7 (d). C = 1.0 mg-mL"'. Heating rate =

2.0 °C. Insets: plots of [0]300 against temperatures.
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Figure S33. Temperature-varied CD and UV spectra of the assembly from H-PO(Et)G-TPE in
aqueous solutions at pH 1 (a), pH 2 (b), pH 3 (c), pH 4 (d), pH 5 (¢), and pH 6 (f). C=1.0 mg-mL"

!, Heating rate = 2.0 °C. Insets: plots of [8]300 against temperatures.
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