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Figure S1: 1H NMR spectra of D4H, N-allyl-N-methyl-4-nitroaniline and the cyclosiloxane monomer 3.
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Figure S2: 1H NMR spectrum of N-allyl-N-methyl-4-nitroaniline 2.
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Figure S3: 13C NMR spectrum of N-allyl-N-methyl-4-nitroaniline 2.
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Figure S4: 1H NMR spectrum of 3.
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Figure S5: 13C NMR spectrum of 3. 
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Figure S6: HSQC spectrum of 3.

Figure S7: ESI – mass spectrum of 3.
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Figure S8: X-ray structure of 3.
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Figure S9: 1H NMR spectrum of P-NA.
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Figure S10: 13C NMR spectrum of P-NA.
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Figure S11: 1H NMR spectrum of co-P-NA (1:2).
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Figure S12: 13C NMR spectrum of co-P-NA (1:2).
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Figure S13: 1H NMR spectrum of co-P-NA (1:1).
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Figure S14: 13C NMR spectrum of co-P-NA (1:1).
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Figure S15: 1H NMR spectrum of co-P-NA (2:1).
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Figure S16: 13C NMR spectrum of co-P-NA (2:1).
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Figure S17: 1H NMR spectrum of 5.
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Figure S18: 13C NMR spectrum of 5.

0.00.51.01.52.02.53.03.54.04.55.05.56.06.57.07.58.08.5
ppm

21
.1

7

0.
96

1.
00

2.
96

0.
97

2.
98

1.
98

1.
99

2.
00

1.
97

0.
08

0.
08

0.
09

0.
64

0.
67

0.
68

0.
70

0.
92

0.
94

0.
96

0.
98

1.
14

1.
16

1.
56

2.
50

2.
52

2.
52

2.
53

2.
53

2.
54

2.
55

2.
55

2.
56

2.
56

2.
57

2.
59

3.
12

3.
70

3.
71

3.
73

4.
21

4.
22

4.
23

4.
25

4.
26

4.
27

4.
28

4.
30

4.
31

4.
33

6.
67

6.
69

7.
26

8.
11

8.
13

a

b

cd

e

f

g

h

ij

c

Figure S19: 1H NMR spectrum of 6. 
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Figure S20: 13C NMR spectrum of 6.

Figure S21: ESI – mass spectrum of 6.
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Figure S22: 1H NMR spectrum of P-MNA.

0102030405060708090100110120130140150160170180
ppm

0.
50

1.
20

19
.4

0
21

.9
1

34
.7

5

39
.0

9

50
.9

2

60
.9

6

76
.8

4
77

.1
6

77
.4

8

11
0.

57

12
6.

25

13
7.

51

15
3.

51

17
7.

38

a

b

c
d

e

f

g
h

i

j

kl

m

Figure S23: 13C NMR spectrum of P-MNA.
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Figure S24: 1H NMR spectrum of 8.
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Figure S25: 13C NMR spectrum of 8.
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Figure S26: 1H NMR spectrum of 9.
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Figure S27: 13C NMR spectrum of 9. 



Figure S28: ESI – mass spectrum of 9.
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Figure S29: 1H NMR spectrum of P-MDR1.
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Figure S30: 13C NMR spectrum of P-MDR1.
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Figure S32. TGA (a) and DSC (b,c) traces of P-NA, co-P-NA(x:y), P-MNA, and P-MDR1.
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Figure S33: Dielectric properties of the P-NA as function of frequency at different temperature.
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Figure S34: Dielectric properties of the co-P-NA(1:2) as function of frequency at different temperature.
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Figure S35: Dielectric properties of the co-P-NA(1:1) as function of frequency at different temperature.
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Figure S36: Dielectric properties of the co-P-NA(2:1) as function of frequency at different temperature.
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Figure S37: Dielectric properties of the P-MNA as function of frequency at different temperature.
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Figure S38: Dielectric properties of the P-MDR1 as function of frequency at different temperature. 
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Figure S39: Characteristic exponents (left) and   (right) of the dipolar loss peak as function of temperature. 
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Figure 40: Frequency at the peak of dipolar loss and inverse of conductivity relaxation time as function of temperature for P-

NA. 
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Figure 41: Frequency at the peak of dipolar loss and inverse of conductivity relaxation time as function of temperature for co-P-

NA(1:2). 
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Figure 42: Frequency at the peak of dipolar loss and inverse of conductivity relaxation time as function of temperature for co-P-

NA(1:1).
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Figure 43: Frequency at the peak of dipolar loss and inverse of conductivity relaxation time as function of temperature for co-P-

NA(2:1).

 

2.5 3.0 3.5 4.0 4.5 5.0
10-3
10-2
10-1
100
101
102
103
104
105
106
107
108

1/


s



1000/T [K-1]

P-MNA
 frequency at the peak of dipolar loss 
 inverse of conductivity relaxation time

Figure 44: Frequency at the peak of dipolar loss and inverse of conductivity relaxation time as function of temperature for P-

MNA.
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Figure 45: Frequency at the peak of dipolar loss and inverse of conductivity relaxation time as function of temperature for P-

MDR1.
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Figure 46: Inverse of conductivity relaxation time as function of temperature for all polymers.

Table 1S. Bond distances (Å) and angles () for 3 and 9.

Compound 3.

Si1-O1 1.620(2) Si4-C7 1.833(4)
Si1-O4 1.615(3) O5-N2 1.234(4)
Si1-C1 1.838(4) O6-N2 1.227(4)
Si1-C8 1.843(3) N1-C10 1.457(4)
Si2-O1 1.609(2) N1-C11 1.457(4)
Si2-O2 1.609(3) N1-C12 1.363(4)
Si2-C2 1.831(4) N2-C15 1.439(4)
Si2-C3 1.837(5) C8-C9 1.527(5)
Si3-O2 1.607(3) C9-C10 1.516(4)
Si3-O3 1.606(3) C12-C13 1.402(4)



Si3-C4 1.829(5) C12-C17 1.407(4)
Si3-C5 1.831(4) C13-C14 1.367(4)
Si4-O3 1.609(3) C14-C15 1.381(5)
Si4-O4 1.609(2) C15-C16 1.383(4)
Si4-C6 1.833(4) C16-C17 1.365(4)

O1-Si1-C1 109.90(19) Si2-O1-Si1 153.73(16)
O1-Si1-C8 108.57(14) Si3-O2-Si2 158.94(19)
O4-Si1-O1 108.95(14) Si3-O3-Si4 158.8(2)
O4-Si1-C1 110.25(18) Si4-O4-Si1 158.64(17)
O4-Si1-C8 108.59(15) C11-N1-C10 115.4(3)
C1-Si1-C8 110.53(17) C12-N1-C10 122.6(3)
O1-Si2-C2 107.91(17) C12-N1-C11 120.8(3)
O1-Si2-C3 109.32(19) O5-N2-C15 118.5(3)
O2-Si2-O1 109.98(14) O6-N2-O5 122.5(3)
O2-Si2-C2 108.9(2) O6-N2-C15 119.0(3)
O2-Si2-C3 109.3(2) C9-C8-Si1 115.5(2)
C2-Si2-C3 111.3(2) C10-C9-C8 112.0(3)
O2-Si3-C4 108.55(19) N1-C10-C9 114.2(3)
O2-Si3-C5 109.8(2) N1-C12-C13 121.1(3)
O3-Si3-O2 110.05(14) N1-C12-C17 121.1(3)
O3-Si3-C4 108.1(2) C13-C12-C17 117.9(3)
O3-Si3-C5 109.7(2) C14-C13-C12 120.9(3)
C4-Si3-C5 110.6(2) C13-C14-C15 120.1(3)
O3-Si4-O4 109.59(13) C14-C15-N2 120.1(3)
O3-Si4-C6 109.88(19) C14-C15-C16 120.3(3)
O3-Si4-C7 107.71(19) C16-C15-N2 119.5(3)
O4-Si4-C6 109.25(19) C17-C16-C15 119.9(3)
O4-Si4-C7 109.30(17) C16-C17-C12 121.0(3)
C7-Si4-C6 111.1(2)

Compound 9.

Si1-O1 1.612(4) N1-C16 1.369(6)
Si1-O4 1.598(4) N4-C25 1.436(7)
Si1-C1 1.848(8) C8-C9 1.467(8)
Si1-C8 1.847(6) C9-C10 1.545(8)
Si2-O1 1.620(4) C9-C11 1.519(7)
Si2-C2 1.818(8) C12-C13 1.482(8)
Si2-C3 1.827(8) C14-C15 1.510(9)
Si2-O2 1.626(6) C16-C17 1.399(6)
Si3-O2 1.618(6) C16-C21 1.397(7)
Si3-O3 1.628(5) N2-N3 1.239(12)
Si3-C4 1.837(9) N2-C19 1.405(9)
Si3-C5 1.833(10) N3-C22 1.446(10)
Si4-O4 1.620(4) C17-C18 1.382(7)
Si4-C6 1.835(9) C18-C19 1.395(7)



Si4-C7 1.815(7) C19-C20 1.390(6)
Si4-O3 1.626(5) C20-C21 1.387(7)
O5-C11 1.195(6) C23-C24 1.39
O6-C11 1.341(7) C23-C22 1.39
O6-C12 1.461(6) C24-C25 1.39
O7-N4 1.213(6) C25-C26 1.39
O8-N4 1.224(6) C26-C27 1.39
N1-C13 1.482(6) C27-C22 1.39
N1-C14 1.441(7)

O1-Si1-C1 109.3(3) C8-C9-C10 114.3(5)
O1-Si1-C8 110.6(2) C8-C9-C11 113.0(5)
O4-Si1-O1 108.8(2) C11-C9-C10 108.2(5)
O4-Si1-C1 109.0(3) O5-C11-O6 123.4(5)
O4-Si1-C8 111.2(3) O5-C11-C9 126.6(5)
C8-Si1-C1 107.9(3) O6-C11-C9 109.9(5)
O1-Si2-C2 110.0(3) O6-C12-C13 111.0(5)
O1-Si2-C3 108.7(3) N1-C13-C12 108.8(5)
O1-Si2-O2 109.0(4) N1-C14-C15 113.7(5)
C2-Si2-C3 110.5(5) N1-C16-C17 117.1(6)
O2-Si2-C2 102.4(6) N1-C16-C21 125.3(6)
O2-Si2-C3 116.1(6) C21-C16-C17 117.3(7)
O2-Si3-O3 106.5(6) Si3-O2-Si2 148.0(9)
O2-Si3-C4 98.6(9) Si4-O3-Si3 149.9(8)
O2-Si3-C5 123.8(9) N3-N2-C19 113.1(9)
O3-Si3-C4 97.8(9) N2-N3-C22 112.9(8)
O3-Si3-C5 122.9(9) C18-C17-C16 120.6(10)
C5-Si3-C4 99.4(12) C17-C18-C19 122.1(10)
O4-Si4-C6 110.2(4) C18-C19-N2 117.2(8)
O4-Si4-C7 107.6(3) C20-C19-N2 125.8(9)
O4-Si4-O3 110.4(3) C20-C19-C18 117.0(8)
C7-Si4-C6 110.3(5) C21-C20-C19 121.4(10)
O3-Si4-C6 101.3(5) C20-C21-C16 121.2(9)
O3-Si4-C7 116.9(5) C24-C23-C22 120.0
Si1-O1-Si2 153.3(3) C25-C24-C23 120.0
Si1-O4-Si4 150.8(3) C24-C25-N4 123.4(6)
C11-O6-C12 116.2(4) C24-C25-C26 120.0
C14-N1-C13 116.8(5) C26-C25-N4 116.5(6)
C16-N1-C13 120.3(4) C27-C26-C25 120.0
C16-N1-C14 122.6(4) C22-C27-C26 120.0
O7-N4-O8 123.7(6) C23-C22-N3 124.4(6)
O7-N4-C25 116.6(6) C27-C22-N3 115.5(6)
O8-N4-C25 119.6(7) C27-C22-C23 120.0
C9-C8-Si1 117.6(4)



Elemental analysis of 2.

Elemental analysis of 3.



Elemental analysis of 5.

Elemental analysis of 6.

Elemental analysis of 8.



Elemental analysis of 9.

Elemental analysis of P-NA.



Elemental analysis of co-P-NA(1:2).

Elemental analysis of co-P-NA(1:1).



Elemental analysis of co-P-NA(2:1).

Elemental analysis of P-MNA.

Elemental analysis of P-MDR1.


