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Table S1: Selected bond lengths (Å) and angles (°) for complexes 1-4

Table S2: Third-order NLO data for complexes 1 and 3

Table S1: Selected bond lengths (Å) and angles (°) for complexes 1-4

C19H15Cd2Cl2N3O(1)
Cd(1)-N(3) 2.296(2) N(3)-Cd(1)-Cl(1)#1 159.40(6) Cl(2)-Cd(1)-Cl(2)#2 85.90(3)
Cd(1)-Cl(1)#1 2.5260(9) N(3)-Cd(1)-N(2) 71.12(8) N(3)-Cd(1)-Cl(1) 90.42(6)
Cd(1)-N(2) 2.566(2) Cl(1)#1-Cd(1)-N(2) 88.44(6) Cl(1)#1-Cd(1)-Cl(1) 82.26(3)
Cd(1)-Cl(2) 2.5866(9) N(3)-Cd(1)-Cl(2) 99.47(6) N(2)-Cd(1)-Cl(1) 77.10(5)
Cd(1)-Cl(2)#2 2.6519(8) Cl(1)#1-Cd(1)-Cl(2) 100.10(3) Cl(2)-Cd(1)-Cl(1) 92.83(3)
Cd(1)-Cl(1) 2.7622(9) N(2)-Cd(1)-Cl(2) 165.89(5) Cl(2)#2-Cd(1)-Cl(1) 177.47(2)
Cd(1)#1- Cl(1) 2.5260(9) N(3)-Cd(1)-Cl(2)#2 91.95(6) Cd(1)#1-Cl(1)-Cd(1) 97.74(3)
Cd(1)#2 -Cl(2) 2.6519(8) Cl(1)#1-Cd(1)-Cl(2)#2 95.81(3) Cd(1)-Cl(2)-Cd(1)#2 94.10(3)

N(2)-Cd(1)-Cl(2)#2 104.53(5)
C19H15Cd2Br2N3O (2)

Cd(1) -Br(1) 2.7080(5) Cd(1)-Br(1)-Cd(1)#1 92.422(14) Br(2)-Cd(1)-Br(1)#1 98.389(15)
Cd(1)#1-Br(1) 2.8255(5) N(3)-Cd(1)-N(2) 71.22(9) Br(1)-Cd(1)-Br(1)#1 87.578(14)
Cd(1)-N(3) 2.292(2) N(3)-Cd(1)-Br(2) 160.03(6) N(3)-Cd(1)-Br(2)#2 87.68(6)
Cd(1)-N(2) 2.567(3) N(2)-Cd(1)-Br(2) 88.90(6) N(2)-Cd(1)-Br(2)#2 79.44(6)
Cd(1)-Br(2) 2.6636(5) N(3)-Cd(1)-Br(1) 100.08(6) Br(2)-Cd(1)-Br(2)#2 86.796(15)
Cd(1)-Br(1)#1 2.8255(5) N(2)-Cd(1)-Br(1) 168.85(6) Br(1)-Cd(1)-Br(2)#2 93.509(14)
Cd(1)-Br(2)#2 2.9010(5) Br(2)-Cd(1)-Br(1) 99.400(13) Br(1)#1-Cd(1)-Br(2)#2 174.464(11)
Cd(1)#2-Br(2) 2.9010(5) N(3)-Cd(1)-Br(1)#1 86.78(6) Cd(1)-Br(2)-Cd(1)#2 93.203(15)

N(3)-Cd(1)-Br(1)#1 98.64(6)
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C40H38Cd2I4N6 (3)
I(1)-Cd(1) 2.7911(12) Cd(1)-I(1)-Cd(1)#1 90.73(2) I(2)-Cd(1)-I(1) 124.42(2)
I(1)-Cd(1)#1 3.0804(10) N(3)-Cd(1)-N(2) 70.20(10) N(3)-Cd(1)-I(1)#1 90.59(8)
Cd(1)-N(3) 2.316(3) N(3)-Cd(1)-I(2) 123.15(8) N(2)-Cd(1)-I(1)#1 159.86(7)
Cd(1)-N(2) 2.532(3) N(2)-Cd(1)-I(2) 96.91(8) I(2)-Cd(1)-I(1)#1 98.80(4)
Cd(1)-I(2) 2.7139(12) N(3)-Cd(1)-I(1) 111.54(9) I(1)-Cd(1)-I(1)#1 89.27(2)
Cd(1)-I(1)#1 3.0804(10) N(2)-Cd(1)-I(1) 92.20(7)

C21H15CdN5OS2 (4)
Cd(1)-N(4)                              2.300(2) S(1)-Cd(1)#2                  2.6434(8) N(5)-Cd(1)-S(1)#1            96.34(6)
Cd(1)-N(3) 2.323(2) N(4)-Cd(1)-N(3)              93.88(9) N(2)-Cd(1)-S(1)#1                       169.64(5)
Cd(1)-N(5)                    2.357(3) N(4)-Cd(1)-N(5)             171.47(8) N(4)-Cd(1)-S(2)#2                        91.20(8)
Cd(1)-N(2)                    2.537(2) N(3)-Cd(1)-N(5)              90.14(9) N(3)-Cd(1)-S(2)#2                       158.56(5)
Cd(1)-S(1)#1                  2.6434(8) N(4)-Cd(1)-N(2)                        94.15(7) N(5)-Cd(1)-S(2)#4 82.40(8)
Cd(1)-S(2)#2                  2.6899(13) N(3)-Cd(1)-N(2)              70.04(7) N(2)-Cd(1)-S(2)#2            88.83(5)
S(2)-C(21)                    1.647(3) N(5)-Cd(1)-N(2)                          80.14(7) S(1)#1-Cd(1)-S(2)#2                     100.42(3)
S(2)-Cd(1)#1                  2.6899(13) N(4)-Cd(1)-S(1)#1                       90.35(6) C(21)-S(2)-Cd(1)#1                       91.11(9)
S(1)-C(20)                    1.646(3) N(3)-Cd(1)-S(1)#1                       100.37(5) C(20)-S(1)-Cd(1)#2                       95.61(8)
aSymmetry transformations used to generate equivalent atoms: For1: #1 -x, -y+1, -z, #2: -x+1, -y+1, -z; #1 
For2:-x+1,-y+2,-z, #2 -x,-y+2,-z;For3: #1 -x+1,-y+2,-z+1, For4 #1: x, -y+1/2, z+1/2, #2: x, -y+1/2, z-1/2

Table S2: Third-order NLO data for complexes 1 and 3

compound Complex 1 Complex 3

 (cm GW-1) 0.16 0.13

σ (GW) 6415.55 5593.66

γ (m2 W-1) 2.36×10-16 3.03×10-16

χ(3) (esu) 5.93×10-14 5.72×10-14


