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Figure S1. Full SERS Spectra of (a) AuUNR(CTAC), (b) AuNR(CTAB), (c) AuNS(CTAB) and (d)

AuNS(citrate) Nis(dpa)4(NCS), in solution and (e) full Raman spectrum of Nis(dpa)4s(NCS); in solid
crystals. Asterisk denotes band from acetonitrile.

(a) Ni,(dpa),(NCS), (b) Ni,(dpa),Cl,
+1.26 V
}o nA
[
0:8 1:2 | 1:6 0:4 0:8 1:2 1|.6
E(V) vs. SHE E(V) vs. SHE

Figure S2. Cyclic voltammogram of (a) Niz(dpa)s(NCS), and (b) Nis(dpa)sCl, adsorbed on AuNPs in
0.1 M TBAP/DCM.
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Figure S3. Full ECSERS spectra of Ni3(dpa)4(NCS), from 0.54 V- +1.69 V.
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Figure S4. (a) Solid state Raman curve, (b) AuNP SERS, (¢) ECSERS at +1.3 V, and (d) AuNP SERS
with AgPFs added of Niz(dpa)sCl,. Asterisk sign denotes bands from dichloromethane (DCM). The as-
signed [Nis] core is as indicated.
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Figure S5. Absorption spectra of Nis(dpa)sCl, without and with applied voltage at +0.74, +1.14, +1.34,
+1.39 Vin 0.1 M TBAP/DCM.
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Figure S6. SEM image of AuNR(CTAB) with Ni3(dpa)s(NCS), as the bridging molecules. The scale bar
is 100 nm.
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Figure S7. SERS of Ni3(dpa)4(NCS), in (a) AuNR(CTAC) and (b) AuNR(CTAB). Asterisk denotes band
from acetonitrile.
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Figure S8. Full Raman spectra of (a) [Niy(TPG)4]BF4, (b) Nix(TPG)4, and (¢) HTPG with 633 nm exci-
tation.
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