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Figure S1. The relationship between the calculated the highest occupied orbital energy level
(Enomo) of Me—n and the Hartree-Fock ratio of the employed DFT functionals. The dashed

line indicates the experimental value.
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Figure S2. Calculated values of maximum absorption wavelength of Mgn employed

different DFT functionals along with the experiment value of 698 nm.
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Figure S3. The potential energy evolutions of (a) PTB7-Th/Mg.n and (b) PTB7-Th/Mg.\ as a

function of simulation time after equilibration.
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Figure S4. The dihedral angles of studied molecules.
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Table S1. The values of electron transfer integral vi (eV) in the nearest six pathways of the

investigated molecules (The bold fonts represent the largest transfer integrals vinax).

Path Mg Mg-n Mc-n
Vi 1.68x10* 2.51x10°? 3.68x10*
% 1.67x10* 2.31x10°? 3.67x10*
V3 1.04x10* 2.50%10° 4.23x10°?
V4 1.04x10 3.66x1073 1.09x10*
Vs 1.23x103 3.65%1073 7.13x10°
Ve 1.23x103 5.36x1073 4.84%107

S5



Table S2. Net transferred charge Ag (Je) and D index (A) of the lowest sixty excited states of
PTB7-Th/Mg—n and PTB7-Th/Mg.n interfaces.
PTB7-Th/Mg—n PTB7-Th/Mg.N

Sn Ag D Sy Ag D Sn Ag D S. Agq D

S1 0.78 237 Ss1 0.62 828 | Si 0.14 054 S; 002 434
N 031 075 Ss;» 0.14 2.07 | S 089 3.14 S5 083 4091
S3 0.81 258 Ss;3 032 539 | S3 091 281 Ss;; 0.00 0.32
S4 0.01 058 Ssz 057 240 S4 001 077 Sss 085 3.13
Ss 093 3.07 S35 004 3.04( Ss 007 062 Ss;5 004 6.04
Se 048 239 S3 0.17 130 | Se 087 298 Ss; 063 254
S7 046 295 S3;7 042 270 Sy 090 407 S;7 087 9.72
Sg 035 170 Ssz 0.03 1.22 | Sg 0.14 042 Sz 023  2.67
So 048 3.16 Sz 003 236 So 069 482 S3 053 2.06
Sio 009 0.69 Sis 037 086| S 014 267 S4 0.80 12.20
S 087 283 Sy 031 256 (S 079 327 Sua 031 1.13
Sz 073 232 Spp 025 139 ]Sz 085 595 Si 000 144
Si3 0.74 548 Ss; 049 122 Sz 095 321 S 036 2.02
Sy 021 198 Ss 027 268 | Sy 007 089 S4u 082 349
Sis 078 2.02 Sss 076 2.61 [S;s 082 244 S4s 055 4.80
Sie  0.06 1.14 Ss 0.18 0.61 | Si¢ 0.14 134 Ss 058 2.58
Si7 033 1.03 S4 047 404 |Si7 006 142 S4 002 1.26
Sis 0.11 067 Ss 035 1.12 Sz 066 272 Ssi 034 3.84
Sy 009 033 Sp 076 198 (|Sw 086 423 Ssu» 070 3.74
S20 0.76 504 Sso 041 144 S» 026 0.84 S50 023 3.10
So1 0.61 210 Ss; 060 150] S 028 09 Ss; 0.17 3.00
S, 024 354 S, 012 094 | S 035 137 Ss2 053 1.59
Sa3 0.18 0.64 Ss3 049 043 ]S 050 227 Ss3 039 452
So4 043 126 Ss¢ 032 093 | S 023 3.07 Ss¢ 0.04 1.22
S»s 017 031 Sss 078 529 | Ss  0.02 150 Sss 0.12 2.71
Sz 058 2.01 Ss¢ 042 123 | Sy 041 545 Ss¢ 029 145
Sy 062 163 Ss; 050 1.67 Sy 0.03 1.8 Ss; 045 251
Sog 0.04 093 Sss 016 239 ]S 0.60 316 Sss 056 3.12
SS9 014 1.77 Sso 030 191 | Sy 014 204 Sso 0.12 1.39
S0 049 130 Seo 041 1.70 | S30 0.00 0.89 Se 0.81 2.59
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Table S3. Charge difference density (CDD) maps of the lowest sixty excited states of PTB7-
Th/Mg—n and PTB7-Th/Mg.n interfaces.
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