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Figure S1. FTIR spectra for Cx, Cx-Na, and polymer 1



Figure S2. Polymer structure, from the perspective of the etdipy moiety (perchlorate counterion
and siloxane moiety were omitted for clarity)

Figure S3. Polymer structure from the perspective of the siloxane moiety (perchlorate
counterion and etdipy moiety were omitted for clarity)
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Figure S4. Topology of the polymer network. In the topological analysis, the disordered part of
the structure was omitted
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Figure S5. Dielectric properties of compound 1, including the relative permittivity (¢”), dielectric

loss (&), and conductivity (o).
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Figure S6. Magnetization curves versus applied magnetic field for compound 1.
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Figure S7. PXRD diffractogram (blue) vs. the one simulated based on single crystal X-ray
diffraction data (red).



Table S1. Selected bond lengths [A], angles [ and hydrogen bonds for compound 1.

Mnl1-O1 |2.180(4) | C11-C12 | 1.394(10)
Mn1-O5! |2.131(5) | C13-Cl4 | 1.507(8)
Mn1-06 |2.107(5) | C24-C23 | 1.497(8)
Mn1-N12 |2.295(5) | C25-C26 | 1.509(8)
Mn1-N2 | 2.302(5) | C31-C32 | 1.377(9)
Mn1-N3° |2.322(5) | C31-C35 | 1.399(10)
Mn2-01* |2.291(4) |C33-C34 | 1.367(9)
Mn2-02* | 2.255(5) | C34-C35 | 1.364(10)
Mn2-O45 | 2.093(5) | C35-C36 | 1.488(9)
Mn2-O7 | 2.109(4) | C36-C37 | 1.278(10)
Mn2-N4 | 2.280(5) | C37-C38 | 1.472(9)
Mn2-N5 | 2.265(5) | C38-C39 | 1.403(10)
01-Mn2% | 2.291(4) | C38-C42 | 1.359(10)
01-C13 | 1.292(8) | C39-C40 | 1.391(9)
02-Mn2° |2.255(5) | C41-C42 | 1.372(9)
02-C13 | 1.251(7) | C43-C44 | 1.368(10)
04-Mn2” | 2.093(5) | C44-C45 | 1.371(10)
04-C24 | 1.259(8) | C45-C46 | 1.368(10)
O5-Mni1® | 2.131(5) | C45-C48 | 1.485(9)
05-C24 | 1.242(7) | C46-C47 | 1.385(9)
06-C25 | 1.260(7) | C48-C48™ | 1.302(13)
07-C25 | 1.237(7) | Si1-03 1.606(9)
N1-Mn1® |2.295(5) |Sil-C16 | 1.837(12)
N1-C2 1341(9) |Sil-C17 | 1.833(12)
N1-C3 1.310(9) |Sil-C18 | 1.824(12)
N2-C10 | 1.328(9) | Si2-O3 1.606(9)
N2-C11 | 1.311(9) |Si2-C19 | 1.826(12)
N3-Mn1l® | 2.322(5) |Si2-C20 | 1.830(12)
N3-C32 | 1.328(9) |Si2-C21 | 1.832(11)
N3-C33 | 1.323(8) | Si3-O8 1.608(10)
N4-C40 | 1.339(8) |Si3-C28 | 1.87(2)
N4-C41 | 1.335(9) |Si3-C29 | 1.88(2)
N5-C43 | 1.348(9) | Si3-C30 | 1.67(3)
N5-C47 | 1.332(8) | C14-C15 | 1.504(9)
C1-C2 1.372(9) | C15-C16 | 1.500(9)
C1-C5 1.376(10) | C21-C22 | 1.426(13)
C3-C4 1.386(10) | C22-C23 | 1.434(14)
C4-C5 1.362(10) | C26-C27 | 1.592(19)
C5-C6 1.454(9) | C27-C28 | 1.53(2)
C6-C7 1.306(10) | CI1-09 | 1.366(9)




C7-C8 1.467(9) |CI1-010 | 1.493(11)
C8-C9 1.365(10) | CI1-011 | 1.390(9)
C8-C12 | 1.340(10) | CI1-012 | 1.389(8)
C9-C10 | 1.388(10)

Ll+x,%—y, - Y+7;2-X,—Y%+y, Y%—-7;31-X, Yo +y,Yo—7; "+ X, Yoy, Y2+ ;51 + X, +y, + 7,0+ X, Y2,
~Yo+z; 1L+ X+, 4781+ X, Yoy, Yo+ ;0 X, o4y, Yo ; V1 - X, - Yoy, Yo z; X, 1y, 12

O1-Mn1-N1' [89.10(18) | C8-C12-C11 | 121.3(8)
O1-Mnl1-N2 | 174.82(17) | O1-C13-C14 | 117.9(8)
01-Mn1-N32 | 86.70(18) | 02-C13-O1 118.2(6)
05-Mn1-O1 |94.29(17) | 02-C13-C14 | 122.5(8)
055-Mn1-N1! |85.43(19) | 04-C24-C23 | 115.4(11)
05-Mn1-N2 | 86.3(2) 05-C24-04 125.3(6)
055-Mn1-N3? | 86.86(19) | 05-C24-C23 | 119.3(11)
06-Mn1-O1 | 89.37(17) | 06-C25-C26 | 119.1(8)
06-Mn1-05° | 171.23(17) | O7-C25-06 122.6(6)
06-Mn1-N1' | 102.62(19) | 07-C25-C26 | 116.7(8)
06-Mn1-N2 | 89.3(2) C32-C31-C35 | 119.2(7)
06-Mn1-N32 | 85.40(19) | N3-C32-C31 | 123.4(8)
N1:-Mn1-N2 | 96.08(19) | N3-C33-C34 | 124.0(7)
N1-Mn1-N32 [170.9(2) |C35-C34-C33 | 120.2(7)
N2-Mn1-N3? | 88.19(19) | C31-C35-C36 | 124.8(7)
02%Mn2-01* |57.37(15) | C34-C35-C31 | 116.6(6)
02%-Mn2-N4 | 87.51(18) | C34-C35-C36 | 118.6(7)
02%-Mn2-N5 | 89.4(2) C37-C36-C35 | 127.3(8)
045-Mn2-01% | 97.73(17) | C36-C37-C38 | 125.8(9)
045-Mn2-02* | 154.83(18) | C39-C38-C37 | 121.2(7)
045-Mn2-O7 | 93.41(18) | C42-C38-C37 | 121.6(7)
O45-Mn2-N4 | 92.18(19) | C42-C38-C39 | 117.2(6)
045-Mn2-N5 | 93.7(2) C40-C39-C38 | 119.2(7)
07-Mn2-01* | 168.14(17) | N4-C40-C39 | 123.1(7)
07-Mn2-02* | 111.70(17) | N4-C41-C42 | 124.4(7)
O7-Mn2-N4 | 87.41(18) | C38-C42-C41 | 120.0(7)
O7-Mn2-N5 | 87.08(18) | N5-C43-C44 | 123.7(7)
N4-Mn2-O1* | 96.19(17) | C43-C44-C45 | 120.1(7)
N5-Mn2-O1% | 88.15(18) | C44-C45-C48 | 119.9(7)
N5-Mn2-N4 | 172.2(2) | C46-C45-C44 | 117.1(6)
Mn1-O1-Mn2° | 119.16(19) | C46-C45-C48 | 123.0(6)
C13-O1-Mnl |149.8(4) | C45-C46-C47 | 119.8(7)
C13-01-Mn2® | 90.9(3) N5-C47-C46 | 123.7(7)




C13-02-Mn2°® | 93.6(4) C481-C48-C45 | 124.3(9)
C24-04-Mn27 |135.2(4) | 03-Sil-C16 89.7(11)
C24-05-Mn1® |138.4(5) | 03-Sil-C17 124.8(17)
C25-06-Mnl | 144.8(4) | 03-Sil-C18 104.5(17)
C25-07-Mn2 | 134.8(4) | C17-Sil-C16 | 113(2)
C2-N1-Mn1® |119.6(5) |C18-Sil-C16 | 118(2)
C3-N1-Mn1® |1242(5) |C18-Si1-C17 | 106(2)
C3-N1-C2 116.1(6) | 03-Si2-C19 105.1(15)
C10-N2-Mnl |119.4(5) | 03-Si2-C20 99.8(17)
C11-N2-Mnl | 124.4(5) |03-Si2-C21 117.4(12)
C11-N2-C10 |1158(6) |C19-Si2-C20 | 118(2)
C32-N3-Mn1l [ 1256(5) | C19-Si2-C21 | 113.6(18)
C33-N3-Mn11 [ 117.8(4) | C20-Si2-C21 | 102.7(17)
C33-N3-C32 | 116.6(6) | 08-Si3-C28 105.1(15)
C40-N4-Mn2 | 116.3(5) | 08-Si3-C29 110.5(13)
C41-N4-Mn2 | 127.1(4) | 08-Si3-C30 116.5(14)
C41-N4-C40 | 116.1(5) |C28-Si3-C29 | 102.8(14)
C43-N5-Mn2 | 118.8(4) |C30-Si3-C28 | 111.2(15)
C47-N5-Mn2 | 1256(5) | C30-Si3-C29 | 109.8(15)
C47-N5-C43 | 1155(6) | Si2-03-Sil 143.4(15)
C2-C1-C5 120.4(7) | C15-C14-C13 | 111.5(12)
N1-C2-C1 123.3(8) | C16-C15-C14 | 121.3(15)
N1-C3-C4 123.6(7) | C15-C16-Sil | 112.3(15)
C5-C4-C3 120.6(8) | C22-C21-Si2 | 112.8(15)
C1-C5-C6 123.0(7) | C21-C22-C23 | 113.0(17)
C4-C5-C1 116.0(6) | C22-C23-C24 | 113.8(12)
C4-C5-C6 121.0(7) | C25-C26-C27 | 109.6(13)
C7-C6-C5 126.9(8) | C28-C27-C26 | 118(2)
C6-C7-C8 128.4(8) | C27-C28-Si3 | 114(2)
C9-C8-C7 123.1(7) | 09-CI1-010 | 101.7(8)
C12-C8-C7 | 122.0(7) | 09-CI1-011 | 114.6(6)
C12-C8-C9 | 114.8(6) | 09-CI1-012 | 115.8(7)
C8-C9-C10 | 122.0(7) | O11-CI1-010 | 103.6(8)
N2-C10-C9 | 122.2(7) | O12-CI1-010 | 106.4(7)
N2-C11-C12 | 123.8(7) |O12-CI1-011 | 112.9()

LoX, Yty Y%e—7;21-X Yot y, Ya—7;3 -1+ X, Yoy, Yo+ ;44 X, Yoy, Yo+ ;51 + X, +Y, + 7,54 X, Yoy,
— Yot TLA X +Y, 81+ X, Yoy, Yo+ ;9 X, Yot y, Yo—7; 01— X, — Yoy, Ya—z; X, 1y, 12

| D-H--A | d(D-H)Y/A | d(H--A)A | d(D-A)/A | D-H--A/° | Symmetry code |

8



C3-H--05 |0.93 2.48 3.060(8) |120.2 1-x,1-y 1z
C33-H--06 |0.93 2.50 3.003(7) |114.3 1-X,—Y%+y, Y—1
C26-H --02 | 0.97 2.56 3.413(16) | 147.4 X Yoy, Yotz




