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Table 1S. The chemical shifts of N-TMS of amides and lactams 4-7 and intermediates of
the transsilylation reaction 4a,c-7a,c.

Ne T,°C H B3¢ ¥Si  Ref.
MeSi CH,Si MeSi CH,Si C=0

4 25 025 -0.80 1770 88 35

6 25 0.24 -0.22 1770 88 35

7 25 022 0.16 1831 88 35

4a -70 033 3.06 -3.36 2950 1794 6.2 35

5a -80 0.35 2.99 54 36

6a -80 034 308 -347 3045 1776 53 3536
7a -90 034 3.07 -287 30.07 1841 6.0 3536
4c -50 049 381 532 6251 1700 -514 35

6c -40 055 3.82 542 6198 1729 -53.8 35,36
7c 40 0.60 3.88 5.74 63.17 1789 -50.7 35,36
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Table 2S. Synthesis method, M.p. (B.p.), yield and NMR spectral data of N-
(dimethylchlorosilylmethyl)carboxamides 3, 4d, 8-23.

No  Method M.p. °C Yield, NMR, §, ppm (CDCls) Ref.
(B.p. °C/Tprr) % H Bc i
Me,Si NCH.Si C=0
3F 128-131 - 096 2.77 21
b 113-116 92 64
4d° | 64-66 56 0.76  2.57 21,23
4d° | 056 2.73 1744 -40.3 35
b 96-99 85 54
| 84-86 95 66
0.37 2.65 1732 -376 62
8" lla 67-68 (76-78/0.16) - 0.70 242 21
lla 76-78 °C/0.16 048 253 1635 -19.8 62
9 la (110/0.05) 078 291 21
0.73  3.15 162.7 95 62
10°  lla 104-105 0.81 2.98 21
11°  lla 113-114 0.76  2.90 21
12° 1 97-99 - 0.86  3.07 21
12 lla 98-100 0.68  3.05 1738 -34.1 62
llb 80 54
13 | 150-152 95 0.69 3.3 1740 -345 63
14 lla 0.64 3.07 1736 -34.0 62
15 lla 126.5-129 0.65  3.07 173.3 -30.7 62
| 143-145 87 0.65 3.08 173.3 -31.8 63
16 lla 141-144 0.65 3.06 1732 -31.1 62
17 lla 95-97 0.66 3.11 1733 -29.0 62
18 lla 152.5-154 0.67 3.12 1730 -26.9 62
19 | 62-65 83 056 2.89 180.2 -44.2 60
llc 64 60
20° lla (160-161/10) 95 033 294 65
21 | 150-152 87 079 341 171.3 -32.3 63
22 | 171-173 92 0.77 3.38 1711 -33.3 61
llc 90 61
23 llc 158-160 89 0.77 3.36 1714 -30.3 61

The following solvents were used to obtain NMR spectra: *CgHg, PPhCI, °“CDCI,/CH,CI,, ‘CCl,
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Table 3S. Synthesis method, M.p.
(dimethylchlorosilylmethyl)lactams 5d-7d, 26-28.

(B.p.),

yield and NMR spectral

Ne Method M.p.°C Yield, NMR, &, ppm (CDClz) Ref.
(B.p. %
°C/Torr)
lH 13C ZQSi
Me,Si  NCH,Si C=0
5d | 84-86 76 54
| (93- 96 0.56 2.54 53
95/0.5)
lla 72 53
b 73 54
6d® 1 0.55 2.75 173.2 - 35
41.8
I 86-87 92 0.48 2.67 53
b (106- 76 54
107/2)
7d* | 0.60 2.92 178.8 - 35
39.7
| 84 0.51 2.74 53
b 118-121 64 54
26 | (164- 74 0.68 2.76 175.9 53
165/0.5)
74-76
27 | 109-114 87 0.55 2.76 66
28 | 64 0.80 2.92 177.9 53

The following solvents were used to obtain NMR spectra: * CDCI3/CH,Cl,

data of N-
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Table 4S. Synthesis method, M.p. (B.p.), yield and NMR spectral data of N-
(dimethylchlorosilylmethyl)imides 29-32.
Ne Method M.p.°C Yield, % NMR, &, ppm (CDClz) Ref.
(B.p. °C/Torr) ™H BC, g
SiMe; NCH,Si  C=0
29 | 45-46 100 0.57 3.06 175.8 -24.2 67
30 | 83 0.55 3.14 177.2 25.4 68
31 1 55-56 77 0.51 3.04 6.1 68
(126-130/1)
b 55-56 78 68
(130-132/1)
I 90 0.54 3.18 173.8 7.2 69
32 1 80 0.56 3.20 173.8 -8.8 69
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Table 5S. Synthesis method, M.p. (B.p.), yield and NMR spectral data of N-
(dimethylchlorosilylmethyl)ureas 33-43

Ne Method M.p.°C Yield, NMR, &, ppm (CDCls) Ref.

(B.p. °C/Torr) % H BC, 29

SiMe, NCH,Si  C=0
(CICH,Si)

33a | 049  (2.95) 25 70
34a | 055 (2.94) 160.2 1.5 70
33b* | (191-192/7) 67-69 19 056 2.84 228 70

33p° 0.70 3.06 -30.0
34b* | (198/7), 45-47 26 056 2.84 233 70

34p° 073 3.3 -32.7
35 b 81 0.60 3.25 161.9 -39.6 71
36 | 0.67 3.26 1615 -425 71
37 | 0.83 3.52 160.8 -195 71
38 | 93 059 2.85 160.6 -41.6 72
39 | (203-205/1.5) 69 057 2.90 158.0 -6.7 73
40 | 147-149 83 106 74
41 | (145/0.08) 59 040 2.95 75
b 148-150 94 0.46 3.12 1592  10.6 77
42 | (136-140/0.08) 32 75
43 lIb 114-116 73 070 3.21 157.0 -32.8 77

The following solvents were used to obtain NMR spectra: *C,HCls, °PhNO,




Table 6S. Yield, NMR spectral data of N-(dimethylchlorosilylmethyl)heterocycles 45-64

Ne M.p.°C Yield, % NMR, &, ppm (CDCls) Ref.
(B.p. °C/Torr) H BC. C=0 29g
SiMe;, NCH,Si
45  91-94 87 0.64 3.70 160.1 411 79
46 99-104 84 0.50 3.70 163.4 247 79
47  99-101 85 0.67 3.70 164.2 -40.9 79
48 96-99 88 0.62 3.70 157.6 -32.0 79
49°  96-100 77 0.50 3.70 156.6 -25,0 79
50° 99-106 88 0.46 4.00 160.9 -17.1 79
51  102-104 86 0.72 3.90 163.1 -18.4 79
52 108-111 87 0.45 3.70 163.7 -21.3 79
53  105-109 88 0.55 3.90 163.8 274 79
54  105-108 90 0.73 4.20 154.9 143 79
55°  110-112 90 0.76 3.90 157.0 279 79
56  107-112 88 0.44 4.40 160.3 -12.7 79
57  (110/10) 85 0.79 2.50 80
58  111-114 82 0.47 2.80 80
59 89 0,75 3.65 163.4 -38.4 79
60 84 0.81 3.94 163.4 -28.9 79
61° 116-117 95 0.36 2.90 165.3 -3.17 81
62  84-86 95 0.65;0.66  3.28;355  164.6 13.7; 82
-5.7
63° 235-238 95 0.53 3.07 167.8 23 82
63¢ 168.5 -32.4; 82
44.4
64  70-71 98 0.52 3.44 172.7 18.6 82

The following solvents were used to obtain NMR spectra: *CDsCN, °CD;0D, ‘CDCly/CD;0D, “VACP-MAS
(solid state)
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Table 7S. Synthesis method, M.p. (B.p.), yield and NMR spectral data of compounds 65-84

Ne Method M.p.°C  Yield, NMR, &, ppm (CDCls) Ref.
% 1H 13C ZQSi
SiMe NCH,Si C=0
65 | 62-67 41 23
lb 59-64 60 83
| 64-66 91 0.91 3.01 1735 -485 87
66 Il 69-73 70 0.91 3.07 36,
lb 67-72 92 36
I 69-73 78 0.95 3.12 -46.8 84
67 1l 120-122 69 36, 83
68 1l 113-116 77 3.18 36, 83
69 | 155-156 58 1.04 3.32 174.3 -46.4 87
70 | 140-143 70 1.03 3.31 1745 436 87
71| 0.98 3.38 160.8 -52.3 88
721 3.13 160.6 -87.9 88
73 | 96 2.96 159.8 -13.1 85
74% | 107-111 88 0.95 3.90 162.2 -52.5 88
75 | 115-117 90 0.98 3.80 163.3 -52.3 88
76 | 108-111 98 0.92 3.20 156.4 -50.0 88
77 | 114-119 91 0.97 3.80 161.1 -50.2 88
78 | 125-130 92 4.10 160.8 -77.7 88
79° | 129-136 91 4.00 162.1 -89.7 88
80 | 131-134 90 4.00 162.5 -85.6 88
81° | 93-95 70 0.36 2.90 165.3 -47.0 81
82 | 102-106 96 0.99,1.03 3.45, 164.7 13.9, 82
3.71 -20.8
83° | 174-178 94 0.88 3.27 166.7 -18.3 82
84 | 57-60 90 0.94° 3.65" 172.3¢ 15.8% 82
0.85, 3.59, 172.2, 14.6,
0.94° 3.65° 173.6° 21.8°

The following solvents were used to obtain NMR spectra: *CDCl3/CDsCN; "CD3CN; *CDCIl5/CD;0D; “mj,fmin




Table 8S. Synthesis method, M.p. (B.p.), yield and NMR spectral data of compounds 85-
103.

Ne  Method M.p.°C Yield, NMR, §, ppm (CDCls) Ref.
(B.p. °C/Torr) %
lH 13C ZQSi
Me-Si  NCH,Si C=0

85 | 66-67 79 056 272 174.2 -39.6 46
86 | 0.26 2.83 172.3 -55.1 46
87 | 3.06 1741 -105.1 46
88 | 57-58 79 031 248 172.7 -56.5 46
I 57-58 97 031 250 172.8 -55.8 92
89 | 72-73 59 2.60 174.9 -103.1 46
9 | 150-152 90 0.69 3.13 174.0 -345 64
91 | 143-145 84 0.65 3.08 173.3 -31.8 64
92 | 150-152 62 0.79 341 171.3 -32.3 64
93 | 92 035 2.78 171.4 -115 91
94 llc 100—101 50 045 311 170.7 -7.0 91
95 | 157-158 87 053 3.13 172.8 -52.1 92
9% | 69 051 317 151.1 -30.4 92
97 |1 105—106 90 042 285 173.3 -525 91
98 | 134-135 70 3.00 1749 —-102.1 93
99 llc 192-194 93 3.25 171.69 -103.4 093
100 | 73-74 87 042 280 173.7 -31.4 92
101 | 109-110 87 0.24 240 163.8 -48.6 92
102 | 84-85 59 051 274 1755 -26.2 94
103 | 134-136 70 055 3.03 170.4 -24.7 94
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Table 9S. Yield, M.p. (B.p.), yield and NMR spectral data of compounds 104-123.

Ne M.p.°C Yield, NMR, §, ppm (CDCls) Ref.
(B.p. °C/Torr)  %°
lH 13C 298i
Me-Si  NCH,Si C=0
104 (99-100/1) 71 044 252 180 53,36

105 (154-156/1) 72 049 265 1771  -14.3 53,36
106  (125-129/1) 68 033 264 172.8 -42.0 53,36

107 (145-147/2) 47 035  2.77 416 53,36
108 (175-177/1) 69 045 2.85 -18.2 53,36
109 051 272 1772  -146 53,36
110 (204-205/1) 65  0.38  2.86 1730 -38.2 53,36
111 (225-227/1) 76 039  2.94 -36.7 53,36
112 (218-220/05) 78  0.45 -18.4 53,36
113 (260-263/3) 89 029  2.80 -33.9 53,36
114 (240-245/05) 72 029  2.90 -32.8 53,36
115 (169-171/12) 71 031 257 7.1 53,36
116 99 034 2.80 1733 -374 95

116° 026 274 1745 -375 95

117 (165-167/3) 76  0.36  2.68 1722 -29.9 96
118 (188-190/2) 67  0.69  3.13 1733  -262 96
119 (170-1752) 64 045 3.18 1721 -23.7 9

120 90 052 273 173.0 -19.1 97
121 94 043 282 1729 -16.8 97
122 69 2.48 173.3 -100.3 97
123 72-74 49 058 2091 1739 -654 98

®The synthesis of compounds 104-123 was carried out using method I; "NMR in CD;CN




Table 10S. Synthesis method, M.p. (B.p.), yield and NMR spectral data of compounds 124-
132.

Ne  Method M.p. °C  Yield, NMR, &, ppm (CDCls) Ref.
% lH 13C 298i
Me-Si  H-Si  NCH,Si C=0

124 lla 116-124 77 083 3.10 173.6 -49.6 99
125 | 174-176 64 3.19 173.6 -62.6 100
126a lla 137-141 80 0.90 2.64,3.05 173.2 -53.8 99
126b 0.83 2.76, 2.92 -543 99
127 | 139-141 86 0.78 298,349 1733 -47.2 99
128 | 115pa3n. 93 0.62 521 275,292 1742 -64.7 100
129 | 157 pazn. 87 572 295, 3.01 173.1 -746 100
130 | 53 pasn. 60 0.64 523 274,280 173.7 -64.1 101
131 | 89-92 87 574 293,297 1734 -744 101
132 | 59-61 87 542 259,266 173.1 -66.4 101
132° 6.10 2.86, 3.05
NMR in C¢Ds
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