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Figure S1. Cyclic voltammograms of Os(ll) complexes 3 — 6.
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Figure S2. The simulated absorption spectra for Os(ll) complex 3’. In this and all
subsequent Figures, the stick graph representation of the TD DFT results from the
first 50 (singlet and triplet) excited states. The simulated electronic absorption
spectrum overlaid on the stick spectrum was obtained using a 0.333 eV peak half-
width at half height
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Figure S3. The simulated absorption spectra for Os(Il) complex 4’.
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Figure S4. The simulated absorption spectra for Os(Il) complex 5’.
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Figure S5. The simulated absorption spectra for Os(Il) complex 6’.
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Figure S6. UV-Vis absorption spectrum of Os(ll) complex 5 and the PL spectra of Alqs
and BP4mPy recorded in CH,Cl, solutions.
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Table S1. Orbital energies (eV) and composition (%) for Os(Il) complex 3°.

MO eV Os PP bpy bipz
188 L+5 0.22 3 4 58 35
187 L+4 -0.76 2 92 5 1
186 L+3 -0.88 1 98 0
185 L+2 -1.12 1 3 96 0
184 L+1 -1.27 3 5 92 0
183 LUMO -2.16 6 1 92 1
182 HOMO -5.00 49 5 2 44
181 H-1 -5.22 51 7 7 35
180 H-2 -5.37 64 7 8 21
179 H-3 -5.54 37 5 5 52
178 H-4 -6.71 14 8 8 71
177 H-5 -6.88 13 14 4 69

Table S2. Orbital energies (eV) and composition (%) for Os(Il) complex 4°.

MO eV Os PP phen bipz
194 L+5 -0.04 1 1 98 0
193 L+4 -0.70 3 51 46 0
192 L+3 -0.84 1 65 33 1
191 L+2 -0.87 1 82 18 0
190 L+1 -2.05 1 1 98 0
189 LUMO -2.13 6 1 92 1
188 HOMO -5.00 48 5 45
187 H-1 -5.22 51 7 7 35
186 H-2 -5.37 65 7 20
185 H-3 -5.53 36 5 54
184 H-4 -6.67 9 7 27 57

183 H-5 -6.83 13 11 18 59




Table S3. Orbital energies (eV) and composition (%) for Os(Il) complex 5°.

MO eV Os PP Meyphen  bipz
210 L+5 -0.11 6 5 3 85
209 L+4 -0.51 3 13 83 1
208 L+3 -0.75 2 84 12 2
207 L+2 -082 0 99 1 0
206 L+1 -1.85 3 1 95 1
205 LUMO -191 3 1 95 1
204 HOMO -5.03 57 8 3 32
203 H-1 -5.05 52 7 14 26
202 H-2 -5.29 75 8 11 7
201 H-3 -5.64 11 2 3 85
200 H-4 -6.55 5 60 33
199 H-5 -6.80 2 94 1

Table S4. Orbital energies (eV) and composition (%) for Os(Il) complex 6°.
Ph,phe

MO eV Os PP . bipz
234 L+5 -0.65 0 1 98 0
233 L+4 -0.75 2 85 12 1
232 L+3 -0.85 1 94 5 0
231 L+2 -0.94 1 14 84 0
230 L+1 -2.13 1 1 98 0
229 LUMO -2.18 6 1 92 1
228 HOMO -4.98 49 5 44
227 H-1 -5.19 51 7 9 33
226 H-2 -5.33 66 7 10 16
225 H-3 -5.50 32 5 6 58
224 H-4 -6.51 3 4 62 31
223 H-5 -6.77 15 7 22 56




