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Figure S1. *H NMR spectrum of [2] in CDCls.
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Figure S2. *C{*H} NMR spectrum of [2] in CDCls.
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Figure S3. HSQC NMR spectrum of [2] in CDCls.
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Figure S4. HMBC NMR spectrum of [2] in CDCls.
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Figure S5. *H NMR spectrum of [3] in CDCls.
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Figure S6. *C{*H} NMR spectrum of [3] in CDCls.
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Figure S7. HSQC NMR spectrum of [3] in CDCls.
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Figure S9. *H NMR spectrum of [4] in CDCls.
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Figure S10. *C{*H} NMR spectrum of [4] in CDCls.
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Figure S11. HMQC NMR spectrum of [4] in CDCls.
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Figure S12. HMBC NMR spectrum of [4] in CDCls.
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Figure S13. *H NMR spectrum of [5] in CDCls.
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Figure S14. *P{*H} NMR spectrum of [5] in CDCls.
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Figure S15. *P{*H} NMR spectrum of [5] in CDCls.
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Figure S16. *H NMR spectrum of 1-methyl-3-(o-tolyl)indolin-2-one in CDCls.
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Figure S17. *C{*H} NMR spectrum of 1-methyl-3-(o-tolyl)indolin-2-one in CDCls.
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Figure S18. *H NMR spectrum of 3-mesityl-1-methylindolin-2-one in CDCls.

0°6T~
0'TCF
.v..nN\.
9'9Z"

T8k —

8'9L
N.th
S'LL

0'80T—

m.NNﬂ
n.nuﬂ%
0’8zt
8'8TT

-~

T6CT
.v.om.n\

9'0ET
O'LET
N.hm.n\

6'LET
o'tvvT

L9LT—

l

o

10

20

30

40

50

60

70

80

Q0

100

110

120

130

140

150

160

170

180

ppm

Figure S19. *C{*H} NMR spectrum of 3-mesityl-1-methylindolin-2-one in CDCls.
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Figure S20. 'H NMR spectrum of 1-methyl-3-(2,4,6-triisopropylphenyl)indolin-2-one in

CDCls.
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Figure S21. “C{*"H} NMR spectrum of 1-methyl-3-(2,4,6-triisopropylphenyl)indolin-2-

one in CDCls.
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Figure S22. *H NMR spectrum of 1-methyl-3-(2,3,5,6-tetramethylphenyl)indolin-2-one in
CDCls.
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Figure S23. C{*H} NMR spectrum of 1-methyl-3-(2,3,5,6-tetramethylphenyl)indolin-2-
one in CDCls.

S13



pEE—

£5'S

[se

ire

01
boz
€1
w,qm.ﬂ

2.5

4.0

4.5

5.0

T_H I

6.0

WO.N r

8.0

"

9.0

5.5
ppm

Figure S24. *H NMR spectrum of 1-methyl-3-(naphthalen-1-yl)indolin-2-one in CDCls.
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Figure S25. *C{*H} NMR spectrum of 1-methyl-3-(naphthalen-1-yl)indolin-2-one in

CDCls.
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Figure S26. *H NMR spectrum of 1-methyl-3-(2-methylnaphthalen-1-yl)indolin-2-one in

CDCls.
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Figure S27. C{'H} NMR spectrum of 1-methyl-3-(2-methylnaphthalen-1-yl)indolin-2-

one in CDCls.
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Table S1. Electrochemical data from cyclic voltammetry!®

@ Cyclic voltammograms of the complexes in DMF-0.1 M BusNCIO, at 298 K. Scan rate: 100

mV s—1.

-1.5

complex S AVA ET/\/P E%2/\/P E03/ /P
[4] -1.38 0.09 0.35 -
[5] -1.53 -0.51 0.14 0.46
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Table S2. Solvent screening for catalytic copper-free Sonogashira coupling reaction.

/C\/ Cat [5] (0.5 mol%) L
——H — @TAI’

ArBr, base
solvent, 100 °C, 3 h
Entry ArBr Solvent Base %ul yield (%)
Snol%)

1 4-Bromoacetophenone DMF Cs,CO3 - 20

2 4-Bromoacetophenone DMF Cs,CO3 | Cul 42

3 4-Bromoacetophenone DMF KOtBu | Cul 53

4 4-Bromoacetophenone Toluene | KOtBu - 0

5 4-Bromoacetophenone ACN KOtBu - 0
6 4-Bromoacetophenone DMF KOtBu - 84

Table S3. Crystallographic details

[4]
Chemical CogH31:NgO,-Pd,
formula
M, 1204.99
Crystal system Monoclinic
Space group P21/n
a(A) 9.3535(8)
b (A) 23.046(2)
c(A) 17.3965(15)
a (%) 90
B(°) 102.035(4)
y(° 90
V (A3 3667.6(6)
YA 4
Densitiy (gcm™) | 2.182
F(000) 22480
Radiation Type CuK,
g (mm?) 34,615
Crystal size 0.4x0.15x0.12
Meas. Refl. 50546
Indep. Refl. 6032
Obsvd. [I > | 6391
20 (1)] refl.
Rint 0.1091
R[F">20(F)] | 0.0678
WR(F) 0.1807
S 1.293
Apmax (€ A7) 157
Apmin (e AS) 2.90
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Table S4. Selected bond lengths in A

Atoms [3]
Pd1-11 2.6225(11)
Pd1 - 12 2.6025(11)
Pd2-13 2.6046(9)
Pd2 - 14 2.5952(10)
Pd1-C1 1.950(11)
Pd2-C14 1.968(11)
Pd1-N3 2.088(9)
Pd2-N6 2.07909)
N1-C1 1.336(14)
N2- C1 1.365(14)
N4— C14 1.333(14)
N5- C14 1.345(13)
C2-C3 1.339(18)
C12-C13 1.338(16)
Table S5. Selected bond angles in °
Atoms [3]
11-Pd1-C1 87.2(3)
12-Pd1-C1 87.7(3)
11-Pd1-12 171.43(4)
I3-Pd2-C14 [ 894(Q3)
13-Pd2-14 | 17362¢4)
N3-Pd1-C1 | 177.8(4)
N6-Pd2-C14 | 175.8(4)
N1-C1-N2 105.4(9)
N4-C14-N5 | 105.3(9)
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