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S1. Computational Studies.

Table S1. Selected singlet excited states (S,) in the complexes computed by TDDFT/CPCM

(CH2Cly)
Vertical excitation
Complex Sh Excitation®  Coefficient” energy [eV] fe
(A [nm])

(Cb2),-Pt(bpy) S, HoL 0.66 2.56 (484) 0.0609
S5 H-1—L 0.67 2.75 (451) 0.1591
(Cb2),-Pt(bpy)-Ces’ i H-2 L 0.70 1.99 (624) 0.0034
S, H—L 0.69 2.06 (601) 0.0003
Sis H— L+3 0.60 2.48 (500) 0.0452
Sa0 H-3 —>L 0.43 2.66 (467) 0.0922

H-1—L+3 —-0.48
Sai H-3 - L 0.47 2.66 (466) 0.0788

H-1 —> L+3 0.46

& The orbitals involved in the excitations (H = HOMO and L = LUMO).
® The coefficients in the configuration interaction (CI) expansion. The excitations with the
coefficients that are less than the absolute value of 0.3 are not listed.

¢ Oscillator strengths.
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Figure S1. Spatial plots (isovalue = 0.03) of selected molecular orbitals of (Cbz),-Pt(bpy)

obtained from PBEO/CPCM calculation.



S2. Cartesian Coordinates of the Optimized Structures.

Table S2. Cartesian coordinates of (Cbz),-Pt(bpy)

1 c 5.392306 -2.177556 0.045774 51 C -5.224124 -6.611485 -0.619628
2 C 4.304272 -2.310129 -0.820979 52 H -4.137458 -4.745894 -0.534245
3 C 3.282808 -1.372133 -0.809272 53 C -9.887579 -4.077630 0.245038
4 C 3.328680 -0.261261 0.052883 54 c -9.797570 -1.674297 0.543547
5 C 4.434876 -0.138868 0.912752 55 H -7.854724 -0.732690 0.445597
6 c 5.446677 -1.087771 0.918115 56 C -6.469773 -7.251312 -0.541221
7 C 2.285283 0.705960 0.049166 57 H -8.592352 -7.014191 -0.260331
8 C 1.363835 1.514980 0.027430 58 H -4.332257 -7.201581 -0.810360
9 Pt -0.000088 2.882480 0.000318 59 C -10.529700 -2.868376 0.473255
10 C -1.363768 1.514731 -0.027044 60 H -10.453941 -5.003931 0.200922
11 C -2.285098 0.705582 -0.048936 61 H -10.318238 -0.739836 0.733147
12 C -3.328451 -0.261689 -0.052865 62 H -6.527483 -8.328324 -0.666803
13 C -3.284103 -1.371084 0.811265 63 H -11.607449 -2.844615 0.603648
14 C -4.305558 -2.309096 0.822722 64 N 6.428747 -3.138744 0.041707
15 c -5.392025 -2.178039 -0.046221 65 C 7.780492 -2.874012 -0.141188
16 C -5.444859 -1.089737 -0.920507 66 C 6.267542 -4.508025 0.219703
17 C -4.433099 -0.140789 -0.914933 67 C 8.501428 -4.089479 -0.080601
18 N 1.309126 4.493955 0.015210 68 C 8.417659 -1.657731 -0.387021
19 C 0.736170 5.719439 0.004421 69 C 7.533509 -5.134529 0.150564
20 C 1.515336 6.874113 -0.000347 70 C 5.103634 -5.235601 0.467932
21 C 2.905649 6.789919 0.006395 71 C 9.887450 -4.077378 -0.250196
22 C 3.466936 5.509451 0.017990 72 C 9.796760 -1.674565 -0.552654
23 C 2.646197 4.395752 0.021398 73 H 7.854028 -0.732914 -0.452915
24 C -0.736891 5.719308 -0.003312 74 C 7.627247 -6.518325 0.313917
25 N -1.309623 4.493714 -0.014304 75 C 5.225694 -6.610035 0.627049
26 c -2.646665 4.395251 -0.020570 76 H 4.138752 -4.744665 0.540363
27 C -3.467624 5.508798 -0.017037 7 C 10.529090 -2.868476 -0.481605
28 C -2.906583 6.789362 -0.005195 78 H 10.453951 -5.003567 -0.205492
29 c -1.516278 6.873824 0.001596 79 H 10.317032 -0.740396 -0.744771
30 H 2.436643 -1.478329 -1.480381 80 C 6.471247 -7.249918 0.547544
31 H 4.271638 -3.149307 -1.509411 81 H 8.593311 -7.013143 0.262490
32 H 3.029140 3.379044 0.028299 82 H 4.334207 -7.199861 0.820368
33 H -1.042337 7.849235 0.012517 83 H 11.606607 -2.844872 -0.613931
34 H -3.029422 3.378473 -0.027675 84 H 6.529247 -8.326708 0.674879
35 H 1.041193 7.849427 -0.011135 85 H 4.544127 5.374528 0.022864
36 H -4.544788 5.373660 -0.022027 86 C -3.769013 8.014899 0.002177
37 H -2.439146 -1.476119 1.484076 87 H -4.412564 8.030491 0.887927
38 H -4_.475376 0.699975 -1.600579 88 H -3.172165 8.929649 -0.000523
39 H -6.278370 -1.002310 -1.611071 89 H -4.425265 8.033011 -0.874029
40 H -4.274140 -3.147101 1.512638 90 @ 3.767876 8.015604 -0.000533
41 H 4.478369 0.703057 1.596896 91 H 3.170862 8.930246 -0.001013
42 H 6.281431 -0.999146 1.607021 92 H 4.421516 8.035257 0.877605
43 N -6.428427 -3.139271 -0.042393 93 H 4.414050 8.029864 -0.884371
44 C -6.266823 -4.508847 -0.217741

45 C -7.780507 -2.874315 0.137674

46 C -7.532872 -5.135313 -0.149763

a7 C -5.102433 -5.236769 -0.462663

48 C -8.501261 -4.089929 0.077899

49 c -8.418182 -1.657656 0.380306

50 C -7.626232 -6.519395 -0.310901




Table S3. Cartesian coordinates of (Cbz),-Pt(bpy)-Cseo’
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