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1. NMR spectroscopy data
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Figure S1. *H NMR (500 MHz, DMSO-ds) spectrum of compound 3a.
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Figure S2. *H NMR (500 MHz, DMSO-ds) spectrum of compound 3b.
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Figure S3. *H NMR (300 MHz, DMSO-ds) spectrum of compound 3c.
1 1 VUV ES 1%
HO o
=
Cl P V4
! N
N\
NH
(0] H:0 || DMSO
J N
=N
B (d) Dt
8.91 7.89
His) G(s) Ald) C|(FMm
14.53 10.89 9.31 81 7.52
— — H H
E(d)
87
[l DCM
| |
I
|
/L P
g ] 2 Z: T,T#B J
15 14 13 12 11 10 9 8 7 6 5 3 2
1 (ppm)

Figure S4. *H NMR (300 MHz, DMSO-ds) spectrum of compound 3d.
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Figure S5. *H NMR (300 MHz, DMSO-ds) spectrum of compound 3e.
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Figure S6. *H NMR (300 MHz, DMSO-ds)

spectrum of compound 3f.
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Figure S7. *H NMR (300 MHz, DMSO-ds) spectrum of compound 3g.

_-9.32
931
_~8.18
818
193
~7.91
P
FE S
7.7
765
753
750
758
733
1

X
Ry
{
s
<

—14.68

;::EEEi§g====::

100
200 —
.97

1.00

o
e

CDCly

==

062-T

7.26

720

Hs)
7.20

—7.05

—-CDCls

T T T T T T T T T T T
70 65 60 55 50 45 40 35 30 25 20 1

5

F2E+07
r2E+07
;2E+07
r2E+07
r2E+07
;2E+07
F2E+07
r2E+07
F1E+07
r1E+07
r1E+07
F1E+07
r1E+Q7
r9E+08
;&E+OG
F7E+06
6E+08
r5E+08
r4E+06
3E+06
;2E+UG
;1E+OE
Lo

—1E+06

15.0

T f T T T T T T
14.2 9.6 9.4 9.2 2.0 8.8 86 8.4
1 (pprm)

148 146 144 8.2 8.0

Figure S8. *H NMR (500 MHz, CDCls) spectrum of compound 3a.
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Figure S9. *H NMR (500 MHz, DMSO-ds) spectra of compound 3b (red line) after addition of TFA
(green line) and UV irradiation (blue line).
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Figure S10. An expansion of *H NMR spectra (500 MHz) upon the addition of excess DBU to the

solution of compound 3a in DMSO-ds solution (blue line) or in CDClI; solution (red line). The signals

of minor form of deprotonated compound 3a are marked with circles.
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Figure S11. *H NMR (500 MHz, DMSO-ds) spectrum of 1,8-diazabicyclo(5.4.0)undec-7-ene (DBU)
mixture with trifluoracetic acid (TFA).
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Figure S12. An expansion of *H NMR spectra (500 MHz, DMSO-ds) upon the addition of excess
NaOH (to the solution of compound 3a (red line)) or excess of DBU (to the solutions of compound 3a

(green line), 3b (blue line) or 3c (purple line)). The signals of minor form of deprotonated compounds

3a-c are marked with circles.



2. Crystal Explorer: Hirshfeld Surfaces and Energy frameworks

Figure S13. Hirshfeld surface for compound 3a.
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Figure S14. Energy frameworks of compound 3a. Energy frameworks for separate electrostatic (red)
and dispersion (green) contributions to the total nearest neighbor pairwise interaction energies (blue).
All energies with a magnitude less than 5 kJ mol-1 have been omitted from the frameworks.



3. Redox properties
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Figure S15. OCP measurements of samples CM-1a and CM-3a before and after CV measurements.
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Figure S16. CV curve of sample CM-3a in acidic electrolyte at 0.1V/s scan speed.
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Figure S17. CV curve of sample CM-1a in neutral electrolyte at 0.1V/s scan speed.
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Figure S18. CV curve of sample CM-1a in acidic electrolyte at 0.1V/s scan speed.
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Figure S19. CV curves of samples CM-1a and CM-3a in neutral and acidic electrolyte at various

scan speeds.
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Compound 1a Compound 3a

200 pm 200 pm

Compound 1a Compound 3a

30 um 30 um

Figure S20. Scanning electron microscopy images of compounds la and 3a at different

magnifications (x500 and x2500).
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