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Figure. S1 (a) Supramolecular helical architecture formation through non-covalent n-m stacking interaction,
oxygen-oxygen interaction, and aromatic C-H...O interaction, (b) supramolecular packing like zigzag manner
along c-axis, (c) grid-like supramolecular architecture along b-axis in higher-order self-assembly.
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Figure. S2 (a) Chemical structure of TCB-(N)-OBt, (b) Optimized structure TCB-(N)-OBt, (c¢) HOMO and
LUMO molecular orbitals and energy gap of the molecule TCB-OBt, respectively.
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Table S1. Crystallographic refinement details for TCB-OBt

Parameters TCB-OBt
Formula Ci13 He ClIsN3 O
Fw 342.56
Crystal Monoclinic
system

Space group P2(1)/n
alA 10.0723(6)
b/A 13.1809(9)
c/A 10.5798(8)
a/® 90.00

Br 90.957(3)
y/° 90.00
VIA3 1404.40(17)
4 4

D¢/g cm 1.620

1 Mo Ko/mm?  0.658
F000 688

TIK 296(2)

0 max. 25.00
Total no. of 13230
reflections

Independent 2452
reflections

Observed 2112
reflections

Parameters 190
refined

R, 1> 20(I) 0.0368
WR2, I>20(1) 0.1227
GOF (F?) 0.968
CCDC No. 2102031
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2. NMR (*H and *3C) and Mass spectra of TCBOXY:

GD-SS-TCB-OBT-1-1H
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Figure S3: *H NMR spectra of TCB-OBt
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Figure S4: 13C NMR spectra of TCB-OBt
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Figure S5: ESI-MASS spectrum of spectra of TCB-OBt
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Figure S6: FT-IR spectra of TCB-OBt
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Figure S7: HPLC chromatogram of TCB-OBt, first day of synthesis. (retention time R;= 6.554 min)
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Figure S8: HPLC chromatogram of TCB-OBt, after 6 months of the synthesis. (retention time R;= 6.555 min)



3. NMR (*H and *3C) and Mass spectra of side product:

TCB-OBT-BY-1H
TCB-OBT-BY-1H

cl O
N
H
Cl Cl
A h o
1y W s
N < N
o - o~
11.5 10.5 95 90 85 80 75 7.0 6.5 6.0 5.5 50 45 40 35 3.0 2.5 2.0 1.5 1.0 05
f1 (ppm)
. 1 .
Figure S9: “H NMR spectrum of side product
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Figure S10: *3C NMR spectrum of side product
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Figure S11: ESI-MASS spectrum of side product
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4. NMR (*H and *3C) and Mass spectra of isolated intermidiate:
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Figure S12: 'H NMR spectrum of isolated intermediate
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Figure S13: 3C NMR spectrum of isolated intermediate
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Figure S14: ESI-MASS spectrum of isolated intermediate

4. NMR (*H and *C) and Mass spectra of amides:
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Figure S15: 'H NMR spectrum of compound 2a
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Figure S16: 3C NMR spectrum of compound 2a
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Figure S17: ESI-MASS spectrum of compound 2a
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Figure S18: 'H NMR spectrum of compound 2b
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Figure S19: 3C NMR spectrum of compound 2b
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Figure S20: ESI-MASS spectrum of compound 2b
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Figure S21: 'H NMR spectrum of compound 2c
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Figure S22: 3C NMR spectrum of compound 2¢
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Figure S23: ESI-MASS spectrum of compound 2¢
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Figure S24: 'H NMR spectrum of compound 2d
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Figure S25: 3C NMR spectrum of compound 2d
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Figure S26: ESI-MASS spectrum of compound 2d
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Figure S27: 'H NMR spectrum of compound 2e
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Figure S28: 13C NMR spectrum of compound 2e
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Figure S29: ESI-MASS spectrum of compound 2e
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Figure S30: 'H NMR spectrum of compound 2f
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Figure S31: *3C NMR spectrum of compound 2f
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Figure S32: ESI-MASS spectrum of compound 2f
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Figure S33: 'H NMR spectrum of compound 2g
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Figure S34: 3C NMR spectrum of compound 2g
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Figure S35: ESI-MASS spectrum of compound 2g
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Figure S36: 'H NMR spectrum of compound 2h
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Figure S37: 13C NMR spectrum of compound 2h
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Figure S38: ESI-MASS spectrum of compound 2h

TCB-OBT-26-1H.1.fid
TCB-OBT-26-1H

o
r T T T T T
12.0 11.5 110 105 100 95 90 85 80 75 7.0 6.5

6.0 5.
f1 (ppm)

Figure S39: 'H NMR spectrum of compound 2i
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Figure S40: 3C NMR spectrum of compound 2i
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Figure S41: ESI-MASS spectrum of compound 2i
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Figure S42: *H NMR spectrum of compound 2j
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Figure S43: 13C NMR spectrum of compound 2j
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Figure S44: ESI-MASS spectrum of compound 2j
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Figure S45: *H NMR spectrum of compound 2k
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Figure S46: 3C NMR spectrum of compound 2k
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Figure S47: ESI-MASS spectrum of compound 2k
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Figure $48: *H NMR spectrum of compound 2l

_OBT-31- d N © n omnw

TCB-0BT-31-13C6fid Iy 9 in eus o

13¢ o o M AR o
N N o HaN «Q ¢
N © < 0n NN ©
Lol ™ Lol oo n un
(I | N [

o]
N RN
H o

_38.481
~ 21.655
,15.673
,11.809

"\ 25.567

190 180 170 160 150 140 130 120 110 100 90 80 70 60 50
f1 (ppm)

Figure S49: 3C NMR spectrum of compound 2|

S29



w1n 7 |*ES! Scan (it 0255 min) Frag=175.0¢ TCE-CET-11.d

[=]
]
1
2861429

264 1608

(o]
0.7 H
0.65 - o

=
=
3021168

o

L

t t t t t

250 260 0 280 20 0 Eali] 30 330 o 350 360 370
Counts vs. Massao-Charge {miz)

Figure S50: ESI-MASS spectrum of compound 21
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Figure S51: *H NMR spectrum of compound 2m
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Figure S52: 3C NMR spectrum of compound 2m
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Figure S53: ESI-MASS spectrum of compound 2m
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Figure S54: 'H NMR spectrum of compound 2n
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Figure S55: 13C NMR spectrum of compound 2n
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Figure S56: ESI-MASS spectrum of compound 2n
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