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Fig. S1 Population dynamics of heterofission process in the remaining dimer (G: guest; H:
host, time unit: fs).
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Fig. S2 Transition properties of the T state in the investigate molecules
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Fig. S3 The ICSS..(1) values of Cz, Bd, DBT and NT and their frontier orbitals (H:
HOMO; L: LUMO).
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Fig. S4 Transition properties of the hetero-dimer CPhCz/CPhBd at T; geometry
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Fig. S5 Frontier orbitals of the potential candidates (H: HOMO; L: LUMO).
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Fig. S6 Attachment and detachment density plot of the results of Boys localization diabatic
states and matrix elements in the unit of meV.
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Molecule E(T1) E(S1)
2.6375  4.4643
2.8621  4.6389
3 2.374  4.4563
4 2.3409  3.8583
5 2.5782  3.9378
6
7
8

N =

2.0216  3.5724
2.5499  3.8916
2.3611  3.8813

9 2.3748  3.7111
10 1.9133  3.3482
11 0.8829  3.6309
12 1.8297  3.8556
13 1.0033  2.9008
14 1.1417  3.0964
15 1.0295 2.9173
16 1.0201  2.8885
17 1.1452  3.0300
18 0.9176  2.7141
19 1.1266  2.8771
20 1.0126  2.8597

Table S1 Excited state energy of S; and T of molecules 1-20 with TD-DFT optimized
T geometry calculated at the level of TDA-wB97X-D/6-31G* (Unit: eV).
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