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Compound 1

Compound 2

Compound 3

Fig. S1Unit Cells of the polymers studied theoretically in this work. On the right, the
used brillouin zones are shown, as well as the special k-points represented in the band

diagram.
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Fig. S2 Completed PDOS of the CPs calculated in this work; A) compound 1, B)

compound 2, C) compound 3.



Table S1. Geometric measurements (bond length (A), bond angles (°) and dihedral

angles (°)) of the ground state, 1t and 2™ excited states of compound 1.
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4-Phpy GS Ist 2nd Adc GS Ist 2nd
Cd-N1 2.34 2.34 2.34 03-C23 1.29 1.28 1.28
Cd-N2 2.33 2.33 2.37 06-C23 1.26 1.25 1.25
Cd-Ol1 2.35 2.36 2.35 C23-C24 1.45 1.46 1.46
Cd-02 2.36 2.35 2.35 C24-C25 1.22 1.21 1.21
Cd-0O3 2.33 2.33 2.33 C25-C26 1.45 1.46 1.46
Cd-0O5 2.32 2.32 2.32 04-C26 1.26 1.25 1.25
N1-Cl 1.35 1.36 1.36 05-C26 1.29 1.28 1.28
C1-C2 1.39 1.39 1.39

C2-C3 1.41 1.41 1.41 01-Cd-03 89.9 85.9 86.0
C3-C4 1.40 1.41 1.41 03-Cd-02 90.9 91.6 91.5
C4-C5 1.38 1.39 1.39 02-Cd-05 92.5 96.2 86.7
C5-N1 1.35 1.36 1.36 05-Cd-0O1 87.7 86.9 96.5
C3-C6 1.47 1.48 1.48 N1-Cd-O3 97.0 97.5 97.8
Ce6-C7 1.41 1.41 1.41 N2-Cd-03 80.0 81.7 98.9

C7-C8 1.39 1.40 1.40 C2-C3-C6-C7 | 16.6 19.5 19.5

C8-C9 1.40 1.40 1.40 C13-C14-C17- | 18.8 10.0 9.2
CI18

C9-C10 | 1.39 1.40 1.40

C10-C11 | 1.39 1.40 1.40

C11-Cé 1.41 1.41 1.41

N2-C12 | 1.35 1.36 1.36

C12-C13 | 1.39 1.36 1.38

C13-C14 | 1.40 1.38 1.43

C14-C15 | 1.40 1.43 1.43

C15-Cl6 | 1.38 1.43 1.38

Cl6-N2 | 1.35 1.38 1.36

C14-C17 | 1.47 1.44 1.44

C17-C18 | 1.40 1.43 1.44

C18-C19 | 1.39 1.38 1.38

C19-C20 | 1.40 1.41 1.41

C20-C21 | 1.40 1.41 1.41

C21-C22 | 1.39 1.38 1.38

C22-C17 | 1.40 1.43 1.44




Table S2. Geometric measurements (bond length (A) and bond angles (°)) of the ground

state, 15t and 2™ excited states of compound 3.
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Py GS Ist 2nd Muco GS Ist 2nd
Cu-N1 2.07 2.12 2.11 O1-Cl11 1.29 1.28 1.30
Cu-N2 2.06 2.12 2.11 03-Cl11 1.26 1.27 1.26
Cu-0Ol1 1.99 2.06 2.04 C11-C12 1.47 1.47 1.47
Cu-02 2.01 2.06 2.08 C12-C13 1.35 1.35 1.35
Cu-06 2.22 2.23 C13-C14 1.43 1.43 1.43
N1-C1 1.35 1.35 1.35 C14-C15 1.35 1.35 1.35
C1-C2 1.39 1.39 1.39 C15-C16 1.47 1.47 1.47
C2-C3 1.39 1.40 1.40 02-Cl16 1.29 1.28 1.30
C3-C4 1.40 1.40 1.40 04-Cl16 1.26 1.27 1.26
C4-C5 1.39 1.39 1.39
C5-N1 1.35 1.35 1.35 N1-Cu-0Ol1 89.8 90.0 89.4
N2-C6 1.35 1.35 1.35 N1-Cu-O2 90.7 91.6 91.7
C6-C7 1.39 1.39 1.39 N2-Cu-02 88.1 87.6 87.3
C7-C8 1.40 1.40 1.39 N2-Cu-02 91.7 91.8 92.4
C8-C9 1.40 1.40 1.40
C9-C10 | 1.39 1.39 1.39
C10-N2 | 1.35 1.35 1.35




Fig. S3 View of hydrogen bonding interactions in 1 (top) and 2 (bottom) forming 2D

networks.



