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Fig. S1 'H and ">C NMR Spectra of compound 7a in CDCl;
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Fig. S2 'H and ">C NMR Spectra of compound 7b in CDCl;
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Fig. S5 'H and ">C NMR Spectra of compound 9b in CDCl;

S7



c¢000°0

T8GC°1

9819°1

91%v0° ¢

€Ir9°¢
€0689°¢

89L8°F
Zrr0°s

6292° L

¥8L6 L

N SMe
>
=N
SMe

N
<

N
>
N N
SMe 9c

MES\T?N
Ny

|

y

o

0021

ppm

AR ARAN
0€TG 71

9F0E 6%

L6LS 9L
TE00"LL
G9Cv LL

€CIE”
voce:

LETO"
7L8G”
G029”
Ly’

9268"

911
02T

07T
9vT
€GT
66T

G9T

\

NQT,SMe
=N
SMe

N
¢

9c

N
>
N

MeS\TQN
Ny

bttt

Ppm

160 150 140 130 120 110 100 90 80 70 60 50 40 30 20 10

170

Fig. $6 'H and ">C NMR Spectra of compound 9¢ in CDCl;

S8



9000

T€0G"

8EF9 "

T600°

1806
0616
LT26°
8L00°
009¢"

croe”
1T1C”
081¢"
gecee:
9T¥vC"
Sevc”
vILC”
608¢"
X430
vel1v”
U247
L6FT "
LSST "
1697
0T6% "
996%°
GGLO"
EPIT”

0

T

|

S

[ e e e e Ll ol

ppm

I0°T
P6°T
00°T

21 ¢

G0 GF ———
TL°Gy —

LE 9L~
T0°LL
b9 Ll —

168017 —

€0 LIT —
€E6TT ——

€L 02T —
207 €T —
68 Gl —

JMJLWML

607 0FT ——0__
TS 09T —

90 85 80 75 70 65 60 55 50 45 40 ppm

115 110 105 100 95

140 135 130 125 120

145

Fig. S7 'H and ">C NMR Spectra of compound 11 in CDCl;

S9



S000°

1247

€9¢gL”
9L18"
LET8"

0LL0"
SLTIT"
88GT"
LEST"
8LLT"
966T"
000¢"
62¢€C”
18¢€C”
ZL6C”
LEOE"
PREC”
G8¢ce”
GEVE”
9€LE”
86LE"
€0%0°
vLLO”

0

T

74

\/

i

e e e el e e N L

O

o)

ppm

.0

0

.5

~

.5

o
o
<

~
o
o~

00°%

G9°Gh
Toril =
botLL—
LL*80T
69°€TT
67°6TT —~0_
££°021
66°2¢T ——
8L°GT —

0c¢

9% *

T6ET
0FT —

T
110

120

140

90

100

130

150

Fig. S8 'H and >C NMR Spectra of compound 12 in CDCl;

S10



7000

9€09°

zcee”

0899°

9%€E8"
€3968°
T610°
€8LT"

9180°
ceet”
28€T”
GCHT"
¥GLT”
ve1e”
891C"
00FC”
918¢"
LLB8T"
Leee:
6LGE"
9€9¢"
166"
7620°
7L90"

0

T

4

4

i4
4
S
S

o e R e

T~

_

_—

NN

ppm

00°¢

— <

=F6°C

18"
S0°

GL*

8G"
00"
€%

€9°
e
81"
81"
A
76"
LS"
9¢"

LO"
8¢€”

10°

08"
66"

IT—

L —

av
‘6%

ZsT

79T
89T

T T T
140 120 110

150

160

ppm

90 80 70 60 50 40 30 20 10

100

130

170

Fig. S9 'H and >C NMR Spectra of compound 13a in CDCl;

S11



=1
(SoH
[N
o
7 o
[fe)
© o 68 1T ———
= . R
= 4484
L =z
V. L<
—
/Y
=z [Te}
) 3 -
FcoL T - -
= o
O O o F9°GF
fe)
ﬁmm.mv ) N =T0°9 =er°9s
86£9°¢ )
o
[ o
“ 85°9L
o oo.Fv
€v LL
o
[ <
[fe)
. |Aq”|\|.
0¥69° ¥ =Z61
858" F o =<g6°1
T66T"G ——— © _/TgTp £9°801
R — =2 167801
£6£Z°6 =960
o LZ° 81T
o mm.milﬂ
GZ°0CT
787221 ——=
e ST bZT —
© LL"GTT
GL8O L
LTI L [T}
8FLT L o mm.wMHI/
0LLT L 60° 0T ——
L00Z" L
. o
vvceT L I7I\ﬂ
992z L =t ¢
SOvPC L — Uﬂ
ce A i Vi
LTZE L K £L°8GT
GSTE"L
£69€°L - 2e 991
Mwmmm\ —_— [ =00 28—
?8.@\
££90°8 LY
@

ppm

10

20

30

40

50

60

70

80
S12

90

100

110

T

120

130

T

140

Fig. S10 'H and "°C NMR Spectra of compound 13b in CDCl;

150

160

170



€000

€GL9"

8GTE"

€6€L”

8960°

7EE8”
€L06°
TL0O0"
0LLT"

0560°
ceet”
7291
T98T"
L602Z"
ocIc:
€Ive
T€6C
896¢C"
soce”
13474
8LFE"
6266
zcro”
8L90°

0

ppm

00°¢

G0°¢€

10z
—Zo¢
© 01T
—f0°1

T _Zoz
l2°¢
—90°¢

¥0

L
0% -
8T"

8¢’
c0-

S9

86"

99°
00°
LT
AN
v6 "
8s
it

ST®
0F -

€97

89"

18"

A

14
6%

49

9L~ _
L _—

80T —

9TT ——0_
6TT ——_

02T —
T —

GTT—"

e —

66T ——0
0FPT —

9T —

69T —

[}
=
0

.

”

110

120

160

ppm

90 80 70 60 50 40 30 20 10

100

140 130

150

170

Fig. S11 'H and °C NMR Spectra of compound 14 in CDCl;

S13



275 270 265 260 255 250 245 240

Known compound
<j‘1 | =y used as a

2k reference
PO NTTEMe for comparision

Shie Shie
e I I i
M 0]
v
Mes™ TN M NN Tgve
Urnpublished
Shle Shle
X ) 4T
Mes)Q‘N N\)L/N N’;\SMB
9a
Shie Known compound
7 =y usedas a
| iy reference

MP‘ M™ "SMe for comparision
e

Shie Shile
[ 2 5 |
[anIxan]
Mas™ W7 M NN T EMe
1a

Shle Shle
'l sy
Mes” N7 M M7 g Me
7a

Fig. S12 Stack plot of "H NMRs of SMe region of selected compounds

S14



One folded molecule is stacked between two adjacent molecules at each face by different interactions.
One side by n—7 interactions = Cg(5)...Cg(6) = 3.56 A; Cg(9)...Cg(9) = 3.64 A. C-H...S dimern = 2.96
A, 3.66 A, 130°. Other side by n— interactions = Cg(5)...Cg(6) = 3.68 A; Cg(9)...Cg(9) =3.64 A. C-
H...Ndimern. =3.15 A, 3.75 A, 121°. This pattern keeps on repeating to form an infinite vertical stack.
This pattern is different from that of corresponding propylene linker compound.

Fig. S13 Part of the vertical columns of 7a formed as a result of n-r and C-H...S interactions (at 30%
probability level).
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CH...S interaction (SCH;...SCH3) = 2.97 A, 3.66 A, 130°
CH...S interaction (NCH,...SCH3) =2.96 A, 3.66 A, 130°

Fig. S14 Network formed by C-H...S interaction in 7a.
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Fig. S15 Important distances and angle of 1a.
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CH...N dimer =2.62 A, 3.38 A, 140°
CH...N dimer =2.66 A, 3.48 A, 144°

Fig. S16 CH...N interactions in 1a.

S18



CH...S dimer =2.99 A, 3.73 A, 135°;
CH...N dimer =2.66 A, 3.48 A, 144°;
S...Sdimer=3.61 A .

Fig. S17 CH...S, CH...N and S...S interactions in 1a.
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One folded molecule is stacked between two adjacent molecules at each face by different interactions.
One side by n—x interactions = Cg(5)...Cg(6) =3.59 A & 3.59 A and Cg(9)...Cg(9) =3.54 A;
Other side by C-H...N dimern. =2.84 A, 3.65 A, 143°.

Cg(5)...Cg(6) =4.35 and Cg(9)...Cg(9) =4.31
This pattern keeps on repeating to form infinite vertical stack.

Fig. S18 n—m and C-H...N interactions in 1a.
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C-H..n=261A

Fig. S19 C-H...n dimerization in 13a (at 30% probability level).
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C-H..0=2.63 A,3.42, 143°

Fig. S20 C-H...O dimerization in 14 (at 30% probability level).
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