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(1) Crystal data for the compounds 9a and 10h

X-ray Data. X-ray data for compounds 9a and 10h, were collected using MoK, (A =
0.71073 A) radiation. The structures were solved and refined by standard methods as
mentioned in the main text. The CCDC numbers are 1453189-1453190.

Compound 9a

Red color needle, C31H202N20,, M = 454.51, Triclinic, Space group P-1, a = 9.4276(5), b =
11.2761(9), ¢ = 11.6981(10) A, V = 1137.32(14) A% « = 112.674(8), B = 90.151(5), vy =
96.976(5), Z = 2, u = 0.660 mm™, data/restraints/parameters: 4333/0/317, R indices (I>
25(1)): R1 = 0.0449, wR2 (all data) = 0.1166, CCDC No. 1453189.

Compound 10h

Colorless block, CsH22N20,, M = 394.46, Triclinic, Space group P-1, a = 11.5059(4), b =
12.8459(6), ¢ = 15.6020(8) A, & = 106.081(4), B = 93.226(4), y = 109.728(4), V =
2056.95(16) A® Z = 4, p = 0.643 mm™, data/restraints/parameters: 7879/0/547, R indices (I>

25(1)): R1 = 0.0488, wR2 (all data) = 0.1277, CCDC No. 1453190.
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(2) Copies of *H/ **C NMR spectra for starting precursors
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Figure S1. *H NMR spectrum of compound 5d
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Figure S2. *C NMR spectrum of compound 5d
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Figure S3. *H NMR spectrum of compound 6b
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Figure S4. *C NMR spectrum of compound 6b
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Figure S5. *H NMR spectrum of compound 6d
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Figure S6. *C NMR spectrum of compound 6d
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Figure S7. *H NMR spectrum of compound 7a
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Figure S8. *C NMR spectrum of compound 7a
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Figure S9. *H NMR spectrum of compound 7b
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Figure S10. *C NMR spectrum of compound 7b
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Figure S11. *H NMR spectrum of compound 7c
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Figure S12. **C NMR spectrum of compound 7¢
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Figure S13. *H NMR spectrum of compound 7d
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Figure S14. *C NMR spectrum of compound 7d
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Figure S15. *H NMR spectrum of compound 7e
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Figure S16. **C NMR spectrum of compound 7e
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Figure S17. *H NMR spectrum of compound 7f
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Figure S18. **C NMR spectrum of compound 7f
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Figure S19. *H NMR spectrum of compound 7g
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Figure S20. **C NMR spectrum of compound 7g
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Figure S21. *H NMR spectrum of compound 7h
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Figure S22. **C NMR spectrum of compound 7h
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Figure $23. *H NMR spectrum of compound 7i
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Figure $25. *H NMR spectrum of compound 7j
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Figure S$26. **C NMR spectrum of compound 7j
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Figure S27. *H NMR spectrum of compound 7k
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Figure S31. *H NMR spectrum of compound 8b
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Figure $32. *C NMR spectrum of compound 8b
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Figure $33. *H NMR spectrum of compound 8c
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Figure S34. **C NMR spectrum of compound 8¢
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Figure $35. *H NMR spectrum of compound 8d
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Figure S37. *H NMR spectrum of compound 8e
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Figure $39. *H NMR spectrum of compound 8f
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Figure S40. **C NMR spectrum of compound 8f
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Figure S41. *H NMR spectrum of compound 8g
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Figure S42. **C NMR spectrum of compound 8g
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Figure S44. *C NMR spectrum of compound 8h
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Figure S45. *H NMR spectrum of compound 8i

€9°

2€E—

i hhl“ (-

80 70 60 50 40 30 20 10 0 ppm

%0

1%0 180 170 160 150 140 130 120 110 100

Figure S46. *C NMR spectrum of compound 8i

S25



9€0°

€9T°
081"
86T"
109"

L8S"
v09°
229"
6€9°

0o—

—

M

Figure S47. *H NMR spectrum of compound 8j
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Figure S48. **C NMR spectrum of compound 8j
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Figure S49. *H NMR spectrum of compound 8k
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Figure S50. *C NMR spectrum of compound 8k
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Figure S51. *H NMR spectrum of compound 8l
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Figure S52. *C NMR spectrum of compound 8l
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Figure S53. *H NMR spectrum of compound 8m
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Figure S54. *C NMR spectrum of compound 8m

S29



9€0°
Tt

60S°
L2s”
sbs”
€19°

s9L”
€8L°
108"
618"
&9T°
¥8T°
zoz*
982"
962"
862"
s1€”
EEE’
GEE”
LLe”
86E"
LTY"
ey’
1€y
9EYy”
vy’
(21
oy
vey”
SIS”
029"
929°
SE9°
144N
ZIL”
TEL”
€06°
€26°
98s”

L o o e e e N N ol i il S U S R R

Iz

Ph
O

Figure S55. *H NMR spectrum of compound 8n

69

9g°

§T—

or—

‘9L
.EW.
“LL

‘78—

‘86
.maV

"0TIT

.m.—.n/
‘TZT
"TZT
.NN.H/.
.vN.n./.

SZT~X
LTI~
‘821

.wNﬂN
"62T
“TET
‘TET

TLET
"8ET

"8ST—

80

|

0

rpm

60 50 40 30 20 10

70

90

190 180 170 160 150 140 130 120 110 100

Figure S56. *C NMR spectrum of compound 8n

S30



ppm

¥v00— 4 ko
62T 0—

lwi
9€9°'T—

L66"
1420
6ST’
0se”
v9c”
982"
10€"
STE”
Lee”
oee”
€ve”
ave’
86€ "
viv®
9zy”
vo°
VoV
€LY
LY’
€87 °
98¥%”
2e9”
6€9°
8¥9°
189°
16L"
608"
616"
GE6°
06T
802’8

€06°6 A‘___uv

NO,

Fo

L e e ol ol ol ol o o ol o e e O Ll ol ol o T2

60 50 40 30 20 10 0 ppm

70

80

90

S31

S

130 120 110 100

Figure S57. *H NMR spectrum of compound 80

o

150 140

Figure S58. *C NMR spectrum of compound 80

170 160

190 180




(2) Copies of *H/ **C NMR spectra for pyrrolo diindolones 9a-j and p-Carbolinones 10a-o.
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Figure S60. *C NMR spectrum of compound 9a
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Figure S61. *H NMR spectrum of compound 9b
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Figure S63. *H NMR spectrum of compound 9c
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Figure $65. *H NMR spectrum of compound 9d
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Figure S67. *H NMR spectrum of compound 9e
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Figure S69. *H NMR spectrum of compound 9f
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Figure S73. *H NMR spectrum of compound 9h
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Figure S75. *H NMR spectrum of compound 9i
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Figure S77. *H NMR spectrum of compound 9j
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Figure S79. *H NMR spectrum of compound 10a
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Figure $S80. *C NMR spectrum of compound 10a
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Figure S81. *H NMR spectrum of compound 10b
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Figure $83. *H NMR spectrum of compound 10c
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Figure S84. *C NMR spectrum of compound 10c
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Figure $85. *H NMR spectrum of compound 10d
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Figure S87. *H NMR spectrum of compound 10e
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Figure $89. *H NMR spectrum of compound 10f
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Figure S93. *H NMR spectrum of compound 10h
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Figure S95. *H NMR spectrum of compound 10i

ze’

v

T€E—

S8 —

Hh | L’

190 180 170 160 150 140 130 120 110 100

T

80 70 60 50 40 30 20

90

Figure S96. *C NMR spectrum of compound 10i

S50



091"
8LT"
96T

0S9°
L99°
889°
zoL”

92¢”
280"
EET’
GST°
661"
o1e’
iz’
6€T°
8ve”
§S2Z°
o8z’
coe”
T€E”
6VE"
69¢€°
298
08s”
009"
T6L°
ZLL”
8L6"
866"

L

Cl

o

-

Figure S97. *H NMR spectrum of compound 10j
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Figure S98. *C NMR spectrum of compound 10j
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Figure $S99. *H NMR spectrum of compound 10k
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Figure S101. *H NMR spectrum of compound 10l
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Figure $S103. *H NMR spectrum of compound 10m
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Figure S105. *H NMR spectrum of compound 10n
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