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Table S1. Selected bond lengths (A) and angles (°) for complexes 1 - 5.

1 2 3 a4 5

In-Cl 2.47(1) 2.44(1)° 2.48(7)¢ 2.48(1) 2.51(1)°
2.45(3)° 2.45(5)° 2.45(1)° 2.46(1)° 2.46(3)°
2.48(4)° 2.47(5)° 2.45(1)° 2.45(1)° 2.46(1)

In-N 2.26(1)° 2.26(1)° 2.26(1)° 2.26(1)° 2.30(1)
2.30(1)° 2.30(3)° 2.27(1) 2.27(1) 2.29(1)°
2.26(1)° 2.27(1) 2.31(1)° 2.32(1)° 2.29(3)

N-In-N  84.67(7),85.76(7)  88.07(8),90.77(8)  81.8(2),90.5(2)  81.3(3),89.4(3)  87.0(1),87.7(1)
170.36(7) 177.79(8) 172.3(2) 170.6(3) 174.7(2)

CHn-N  84.94(5)-95.99(5)  84.65(5)-93.50(6) 85.9(2)-94.4(2)  86.3(2)-94.8(2)  84.6(1)-94.2(1)
176.60(5) 175.17(6) 176.0(2) 175.9(2) 176.2(1)

CHn-Cl  95.46(2),92.15(2)  93.07(3),95.88(3)  92.14(6), 95.47(6)  92.28(9), 95.10(9)  90.70(5), 91.14(5)
172.39(2) 170.94(2) 172.28(6) 172.49(9) 176.58(5)

a-trans-Cl-In-Cl, or trans-N-In-N bonds °-trans-Cl-In-N bonds.

Table S2. Selected bond lengths (A) for 7 -9.

Bond Length (A) 7 8 9
In~In? 3.36(1) —3.40(4) 3.36(8) —3.42(9) 3.41(6)
In-Inb 3.67(2) - 3.74(6) 3.70(4)-3.73(1)  3.70(5)
In-Cl 2.46(7) 2.48(3) 2.45(4) 2.46(1)
2.47(6) 2.50(1) 2.46(3)
2.48(3) 2.47(4) 2.46(3)
2.47(2) 2.48(5) 2.45(2)
2.49(2) 2.46(2) 2.45(6)
2.48(4) 2.46(1) 2.46(2)
In-(u-OH) 2.18(5), 2.19(9) 2.18(8), 2.16(7) 2.20(4), 2.19(7) 2.19(6), 2.20(7)
2.19(2), 2.19(5) 2.18(5), 2.18(2) 2.18(3), 2.18(6)
2.18(4),2.19(5)  2.18(5),2.17(7)  2.18(1), 2.18(3)
2.19(5),2.20(6)  2.19(7),2.18(8)  2.20(3), 2.21(1)
2.18(7), 2.20(5) 2.17(6),2.18(2)  2.18(9), 2.18(7)
2.17(6), 2.19(3) 2.20(1), 2.20(7) 2.17(9), 2.18(1)
In-N 2.20(8), 2.21(4) 2.21(8), 2.21(6) 2.22(5), 2.22(9) 2.21(5), 2.22(1)
2.20(7), 2.23(7) 2.21(4), 2.21(1) 2.23(5), 2.22(2)
2.20(9), 2.21(1) 2.21(6),2.22(8)  2.22(5), 2.21(7)
2.20(2), 2.19(7) 2.20(3), 2.22(4) 2.22(1),2.22(4)
2.21(2), 2.20(8) 2.22(4), 2.22(4) 2.22(1),2.22(9)
2.22(2), 2.21(1) 2.21(1), 2.23(7) 2.21(8),2.22(1)
In-(13-OHg s) 2.20(1) 2.20(1) 2.18(1) 2.18(5)
2.17(3) 2.17(3) 2.19(1)
2.20(5) 2.19(9) 2.19(4)
2.19(1) 2.16(4) 2.18(2)
2.16(9) 2.19(5) 2.19(8)
2.18(2) 2.17(3) 2.20(3)

3(u-OH) bridged; b(u-pz) bridged.
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Fig. S2. 'H NMR spectrum of complex 1 in THF-dgat RT. Fig. $3. 'H NMR spectrum of complex 2 in THF-dsat RT.
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Fig. S4. 'H NMR spectrum of complex 3 in DMSO-ds at RT.
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Fig. S5. 'H NMR spectrum of complex 4 in DMSO-ds at RT.
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Fig. S6. IH NMR spectrum of complex 5 in DMSO-ds at RT.
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Fig. S7. 'H NMR spectrum of complex 6 in DMSO-ds at RT.
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Fig. S8. 1H NMR spectrum of a) pzH in THF-ds at RT and b) mer-InCls(pzH)s (1) in THF-ds at RT.
H! H3/5
208 K A
1“(“ ‘ | \‘. / “
/‘(“,\.‘\ j/»‘(‘ ) // \\\ ) i v “ JiN 7/7_. /3\/ \ ! /\\ ,//‘ fu s )
217K
= l/v_\__,’“‘
233K Lo R IR o N e B
243K s Y P G
5K el SN,
297 K

13.2

T — T T T T T T L — T r T T T
128 12.6 124 12.2 8.0

3 (ppm)
Fig. S9. VT 'H NMR of mer—InCI3(4-CI-sz)3 (2)in THF-dg, 400 MHz.
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Fig. $10. 'H NMR of (pipH)3[IneCls{ts-OHo.5)(k-OH)6(1-pz)s] (7) in DMF-d , 400 MHz. at RT.
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Fig. S11. PXRD pattern for [In(pu-pz)s]n (10).
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Fig. $13. FT-IR spectra of pzH (top), [In(k-pz)3]n (10), mer-InCls(pzH)s (1), (pipH)s[InsCle(s-OHo.5)2(-OH)s(-pz)s] (7).
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Fig. $12. PXRD pattern for [In(pu-4-Cl-pz)s]n (11).
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Fig.S14. FT-IR spectra of 4-Cl-pzH (top), [In(p-4-Cl-pz)s]a (11), mer-InCl3(4-Cl-pzH); (2), (pipH)s[IneCls(3-OHo 5)2(1-OH)e( -4~
Cl-pz)e] (8).
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Fig. S15. FT-IR spectra of 4-Br-pzH (top) and mer-InCl3(4-Br-pzH)s (3).
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Fig. S16. FT-IR spectra of 4-1-pzH (top), [In(p-4-1-pz)s]n (12), mer-InCls(4-1-pzH)s (4).
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Fig. S17. FT-IR spectra of 3,5-Me,-pzH (top) and mer-InCls(3,5-Me,-pzH)s (5).
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Fig. S18. FT-IR spectra of 4-Ph-pzH (top), [In(p-4-Ph-pz)s]» (13), mer-InCls3(4-Ph-pzH)s (6), (pipH)s[IneCle(ps-OHo s)2(1-OH)s(p-4-Ph-
pz)s] (9).
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Fig. S19. mer-InCls(pzH)s (1) Fig. $20. mer-InCl3(4-Cl-pzH)s (2)



Fig. S21. mer-InCl3(4-Br-pzH); (3)

Fig. $23. mer-InCl3(3,5-Me;-pzH)s (5)

Fig. S22. mer-InCl3(4-1-pzH); (4)
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Fig. S25. (pipH)s[InsCle(s-OHo 5)2(u-OH)s(1-4-Cl-pz)e] (8)
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Fig. $26. (pipH)s[InsCls(3-OHos5)2( 1-OH)e(u-4-Ph-pz)e] (9)
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