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Figure S1: *H NMR spectra of D4H, N-allyl-N-methyl-4-nitroaniline and the cyclosiloxane monomer 3.



) 3 o= VIV CQOPNONTRONOR R onNNN= g
prisd N ©o e R R B I cecccee >
o @ ~ ©© 161616161616 16161616 1616 161616’ TYTTIT q
(W) (W] G Ry S g

c
d\N/\\/a
b

MOy

'z’ ry

5] 3 =

i d
f I
ﬁ b |
] Mk JHJL ]
T s

3.001 f

2.01-1

o - o

T R T e T SR B B L e e e S R AR
86 84 82 80 78 76 74 72 7.0 68 66 64 62 60 58 56 54 52 50 48 46 44 42 40 38 36 34 32 30 28
ppm

Figure S2: *H NMR spectrum of N-allyl-N-methyl-4-nitroaniline 2.
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Figure S3: 3C NMR spectrum of N-allyl-N-methyl-4-nitroaniline 2.
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Figure S5: 13C NMR spectrum of 3.



@
o
ppm

100
s k110
F120
h 130

i 140
F150

i +160

T T T T T T T T T T T T T T T T T T T T
95 90 85 80 75 70 65 60 55 50 45 40 35 30 25 20 15 10 05 00 -05
ppm

Figure S6: HSQC spectrum of 3.
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Figure S7: ESI — mass spectrum of 3.



Figure S8: X-ray structure of 3.
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Figure S9: 'H NMR spectrum of P-NA.
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Figure $10: 13C NMR spectrum of P-NA.
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Figure S11: 'H 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: 'H NMR spectrum of co-P-NA (1:1).
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Figure S15: 'H NMR spectrum of co-P-NA (2:1).
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Figure $16: 13C NMR spectrum of co-P-NA (2
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Figure S17: 'H NMR spectrum of 5.
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Figure 518: 13C NMR spectrum of 5.
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Figure $19: 'H NMR spectrum of 6.
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Figure $20: 13C NMR spectrum of 6.
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Figure S21: ESI — mass spectrum of 6.

Counts {%) vs. Mass-to-Charge (miz)

180 490 500 510 520 530 540 550 560 570 580 590 600 610 620 630 640 650 660 670




290
S90-x
890/

€60~
960"
£1L—

9G'L —

€T —

oLe—

S99~
199"

‘h
—)—SI—
3

~d

1]

S
h\N g

NO,

002

808 —

0.0

0.5

1.0

1.5

2.0

2.5

3.0

3.5

4.0

4.5

5.0

55

6.0

6.5

7.0

7.5

8.0

8.5

9.0

ppm

Figure 522: 'H NMR spectrum of P-MNA.
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Figure $23: 13C NMR spectrum of P-MNA.
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Figure $25: 13C NMR spectrum of 8.
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Figure 526: 'H NMR spectrum of 9.
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Figure 527: 13C NMR spectrum of 9.
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Figure S28: ESI — mass spectrum of 9.
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Figure $29: 'H NMR spectrum of P-MDR1.
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Figure S30: 13C NMR spectrum of P-MDRL1.
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Figure S31. GPC elugrams of P-NA, co-P-NA(x:y), P-MNA, and P-MDR1 in THF.
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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 43: Frequency at the peak of dipolar loss and inverse of conductivity relaxation time as function of temperature for co-P-

1/t (1/s7

NA(2:1).
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Figure 44: Frequency at the peak of dipolar loss and inverse of conductivity relaxation time as function of temperature for P-

1/t (1/s]

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 (A) and angles (°) for 3 and 9.

Compound 3.

Si1-01 1.620(2) Si4-C7 1.833(4)
Si1-O4 1.615(3) 05-N2 1.234(4)
Si1-C1 1.838(4) 06-N2 1.227(4)
Si1-C8 1.843(3) N1-C10 1.457(4)
Si2-01 1.609(2) N1-C11 1.457(4)
Si2-02 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)
Si3-02 1.607(3) C9-C10 1.516(4)
Si3-03 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)

Si4-03 1.609(3) C14-C15 1.381(5)

Si4-04 1.609(2) C15-C16 1.383(4)

Si4-C6 1.833(4) C16-C17 1.365(4)

01-Si1-C1 109.90(19) | Si2-01-Si1 153.73(16)
01-Si1-C8 108.57(14) | Si3-02-Si2 158.94(19)
04-Si1-01 | 108.95(14) | Si3-03-Si4 158.8(2)

04-Si1-C1 | 110.25(18) | Si4-04-Si1 158.64(17)
04-Si1-C8 | 108.59(15) | C11-N1-C10 | 115.4(3)

C1-Si1-C8 | 110.53(17) | C12-N1-C10 | 122.6(3)

01-Si2-C2 | 107.91(17) | C12-N1-C11 | 120.8(3)

01-Si2-C3 | 109.32(19) | 05-N2-C15 118.5(3)

02-5i2-01 | 109.98(14) | 06-N2-05 122.5(3)

02-Si2-C2 | 108.9(2) | 06-N2-C15 119.0(3)

02-Si2-C3 | 109.3(2) | c9-C8-si1 115.5(2)

C2-Si2-C3 | 111.3(2) | c10-co-c8 112.0(3)

02-Si3-C4 108.55(19) | N1-C10-C9 114.2(3)

02-Si3-C5 109.8(2) N1-C12-C13 121.1(3)

03-Si3-02 110.05(14) | N1-C12-C17 121.1(3)

03-Si3-C4 | 108.1(2) | C13-C12-C17 | 117.9(3)

03-Si3-C5 109.7(2) C14-C13-C12 120.9(3)

C4-Si3-C5 110.6(2) C13-C14-C15 120.1(3)

03-Si4-04 109.59(13) | C14-C15-N2 120.1(3)

03-Si4-C6 109.88(19) | C14-C15-Cl16 120.3(3)

03-Si4-C7 107.71(19) | C16-C15-N2 119.5(3)

04-Si4-C6 109.25(19) | C17-C16-C15 119.9(3)

04-5i4-C7 109.30(17) | C16-C17-C12 121.0(3)

C7-Si4-C6 111.1(2)

Compound 9.

Si1-01 1.612(4) N1-C16 1.369(6)
Si1-0O4 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)
Si2-01 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)
Si2-02 1.626(6) C16-C17 1.399(6)
Si3-02 1.618(6) C16-C21 1.397(7)
Si3-03 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)
Si4-04 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)
Si4-03 1.626(5) C20-C21 1.387(7)
05-C11 1.195(6) C23-C24 1.39
06-C11 1.341(7) C23-C22 1.39
06-C12 1.461(6) C24-C25 1.39
07-N4 1.213(6) C25-C26 1.39
08-N4 1.224(6) C26-C27 1.39
N1-C13 1.482(6) C27-C22 1.39
N1-C14 1.441(7)
01-Si1-C1 | 109.3(3) | C8-C9-C10 | 114.3(5)
01-Si1-c8 | 110.6(2) | c8-co-C11 113.0(5)
04-Si1-01 | 108.8(2) | C11-C9-C10 | 108.2(5)
04-Si1-C1 | 109.0(3) | 05-C11-06 | 123.4(5)
04-si1-c8 | 111.2(3) | 05-C11-C9 | 126.6(5)
C8-Si1-C1 | 107.9(3) | 06-C11-C9 | 109.9(5)
01-Si2-C2 | 110.0(3) | 06-C12-C13 | 111.0(5)
01-Si2-C3 | 108.7(3) | N1-C13-C12 | 108.8(5)
01-Si2-02 | 109.0(4) | N1-C14-C15 | 113.7(5)
C2-Si2-C3 | 110.5(5) | N1-C16-C17 | 117.1(6)
02-Si2-C2 | 102.4(6) | N1-C16-C21 | 125.3(6)
02-Si2-C3 | 116.1(6) | C21-C16-C17 | 117.3(7)
02-5i3-03 | 106.5(6) | Si3-02-Si2 148.0(9)
02-5i3-C4 | 98.6(9) | Si4-03-Si3 149.9(8)
02-Si3-C5 | 123.8(9) | N3-N2-C19 | 113.1(9)
03-5i3-C4 | 97.8(9) | N2-N3-C22 | 112.9(8)
03-5i3-C5 | 122.9(9) | C18-C17-C16 | 120.6(10)
C5-Si3-C4 | 99.4(12) | C17-C18-C19 | 122.1(10)
04-5i4-C6 | 110.2(4) | C18-C19-N2 | 117.2(8)
04-5i4-C7 | 107.6(3) | C20-C19-N2 | 125.8(9)
04-5i4-03 | 110.4(3) | C20-C19-C18 | 117.0(8)
C7-Si4-C6 | 110.3(5) | C21-C20-C19 | 121.4(10)
03-Si4-C6 | 101.3(5) | C20-C21-C16 | 121.2(9)
03-Si4-C7 | 116.9(5) | C24-c23-c22 | 120.0
Si1-01-Si2 | 153.3(3) | €25-c24-C23 | 120.0
Si1-04-Si4 | 150.8(3) | C24-C25-N4 | 123.4(6)
C11-06-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
07-N4-08 | 123.7(6) | C23-C22-N3 | 124.4(6)
07-N4-C25 | 116.6(6) | C27-C22-N3 | 115.5(6)
08-N4-C25 | 119.6(7) | c27-C22-C23 | 120.0
C9-C8-Sil | 117.6(4)




Substanz: 2

Molekularformel: C10 HIZ N2 02 Mr = 192,22 g/mol

Bestimmungen: C H N O

M-160916

Berechnete Gewichtsanteile:

[C]  62,49% [H] 6,29% [N] 14,57% (0] 16,65%
Gefundene Gewichtsanteile:

‘Einwaage: 1,058mg LECO TruSpec Micro

[C] 62,47% [H] 6,27% [N] 14,74%

Einwaage: 2,758mg LECO R0O-478

[0] 16,53%

Elemental analysis of 2.

Substanz: 3
Molekularformel: C17 H34 N2 06 Si4 Mr = 474.81g/mol

Bestimmungen: C H N

M-163811

Berechnete Gewichtsanteile:

[C] 43.00% [H] 7.22% (N] 5.90% [0] 20.22% [Si] 23.66%

Gefundene Gewichtsanteile:

Einwaage: 0.997mg LECO TruSpec Micro
[C] 42.97% [H] 7.18% [N] 6.02%

Elemental analysis of 3.



Substanz: §
Molekularformel: Cl13 Hl1le N2 04
Bestimmungen: C H N

Mr = 264.28g/mol

M-163825

Berechnete Gewichtsanteile:

[C] 595.08% [H] 6.10%

[N] 10.60% [O] 24.22%

Gefundene Gewichtsanteile:

Einwaage: 1.128mg LECO TruSpec Micro

[C] 58.81% [H] 6.14% [N] 10.64%
Elemental analysis of 5.

Substanz: 6

Molekularformel: C20 H38 N2 08 Si4 Mr = 546.87g/mol
Bestimmungen: C H N

M-163832

Berechnete Gewichtsanteile:

{C] 43.93% [H] 7.00% [N] LT 2. [0] 23.41% [8i] 20.54%

Gefundene Gewichtsanteile:

Einwaage: 1.253mg

[C] 43.71% [H] 6.94%

Elemental analysis of 6.

Substanz: 8
Molekularformel: C20 H22 N4 04

Bestimmungen: C H N

LECO TruSpec Micro
[N] 5.00%

Mr = 382.42g/mol

M-163826

Berechnete Gewichtsanteile:

[C] s2.82% (H] 5.80%

[N] 14.65% [0] 16.73%

Gefundene Gewichtsanteile:

Einwaage: 1.015mg

[C] 62.84% [H] 5.89%

Elemental analysis of 8.

LECO TruSpec Micro
[N] 14.36%



Substanz: 9

Molekularformel: C27 H44 N4 08 Si4

Bestimmungen: C H N

Mr

665.01g/mol

M-163821

Berechnete Gewichtsanteile:

[C] 48.77% [H] 6.67%

(M) 8.42% [0] 19.25%

[Si] 16.89%

Gefundene Gewichtsanteile:

Einwaage: 0.919mg

[C]1 49.03% [H] 6€.72%

Elemental analysis of 9.

Substanz: P-NA
Molekularformel:

Bestimmungen: C H N

LECO TruSpec Micro
[N] 8.44%

M-160927

Berechnete Gewichtsanteile: ---

Gefundene Gewichtsanteile:

Einwaage: 1,539mg
[C] 43,16% [H] 7,45%
Einwaage: 1,546mg
[C] 43,33% [H] 7,41%

Elemental analysis of P-NA.

LECO TruSpec Micro
[N] 6,54%

LECO TruSpec Micro
[N] 6,43%



Substanz: co-P-NA{1:2)
Molekularformel :

Bestimmungen: C H N

M-160930

Berechnete Gewichtsanteile: --|

Gefundene Gewichtsanteile:

. ’ c Tr S (o]

Einwaage: 1,559mg LECO TruSpec Micro
[C]l 41,14% [H] 7,76% [N1 4.67%

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

Substanz: co-P-NA{1:1)
Molekularformel:
Bestimmungen: C H N

M-160928

Berechnete Gewichtsanteile: ---

Gefundene Gewichtsanteile:

Einwaage: 1,474mg LECO TruSpec Micro
[C] 38,98% [H] 7,80% [N] 4,05%
Einwaage: 1,519mg LECO TruSpec Micro
[C] 38,93% [H] 7,86% [N] 3,89%

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



Substanz: co-P-NA(2:1)
Molekularformel:
Bestimmungen: C H N

M-160929

Berechnete Gewichtsanteile: ---

Gefundene Gewichtsanteile:

Einwaage: 1,539mg LECO TruSpec Micro
[C] 37,67% [H] 8,12% [N] 2,76%
Einwaage: 1,522mg LECO TruSpec Micro
[C] 37,48% [H] 8,19% [N] 2,93%

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

Substanz: P-MNA
Molekularformel; C20 H38 N2 08 Si4 Mr = 546.87g/mol
Bestimmungen: C H N

M-163828
Berechnete Gewichtsanteile:

{C] 43.93% [H] 7.00% [N] 5.12% [01 23.41% [Si] 20.54%

Gefundene Gewichtsanteile:
Einwaage: 1.013mg LECO TruSpec Micro
[C] 43.81% [H] 7.07% [N] 5.20%

Elemental analysis of P-MNA.

Substanz: P-MDR1
Molekularformel: C27 H44 N4 08 Si4 Mr = 665.01g/mol

Bestimmungen: C H N

M-163813
Berechnete Gewichtsanteile:

[C] 48.77% (H] 6.67% [N] 8.42% [0] 19.25% [si] 16.89%

Gefundene Gewichtsanteile:

Einwaage: 0.880mg LECO TruSpec Micro
[C] 48.64% [H] 6.75% N1 8.67%

Elemental analysis of P-MDRL1.



