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Fig. S1 The main bond lengths in different states and isomers of 1 and 3.!
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Fig. S2 The main bond lengths in different states and isomers of 5 and 7. Every bond is represented by

one color
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Fig. S3 The main bond lengths in different states and isomers of 5 and 7.
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Fig. S4 Frontier orbitals of two isomers in 5 and 7
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Fig. S5 The bond lengths of two isomers and transition state in monocation of 2-4.
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Fig. S6 The bond lengths of two isomers and transition state in monoanion of 2-4.
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Fig. S7The bond lengths of two isomers and transition state in dication of 2-4.
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Fig. S8 The bond lengths of two isomers and transition state in monocation of 6-8.
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Fig. S9 The bond lengths of two isomers and transition state in monoanion of 6-8.



Fig. S10 The bond lengths of two isomers and transition state in dication of 6-8.
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Fig. S11 The charge distribution/spin population(percentagewise) on different groups of isomers and

transition state in 7*.2
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Fig. 12 The charge distribution/spin population(percentagewise) on different groups of isomers and
transition state in 7-.



Fig. 13 The charge distribution on different groups of isomers and transition state in 72*.
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Fig. S14 The charge distribution/spin population(percentagewise) on different groups of isomers and

transition state in 2*-4*,
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Fig. S15 The charge distribution/spin population(percentagewise) on different groups of isomers and

transition state in 2--4-.
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Fig. S16 The charge distribution/spin population on different groups of isomers and transition state in 22*-
42+,
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Fig. S17 The charge distribution/spin population on different groups of isomers and transition state in 6*-
8*.
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Fig. S18 The charge distribution/spin population on different groups of isomers and transition state in 6--

8-



Fig. S19 The charge distribution/spin population on different groups of isomers and transition state in 62*-
82+,



Table S1 The energy barrier (eV) between isomer and TS in 1-8 under monocation. TS is chosen as
standard zero point. For checking the accurancy of results, we list the data of computational methods
B2PLYP, MP2, and B3LYP-D, respectively.

B2PLYP MP2 B3LYP-D

o* TS c* AE o* TS ct AE o* TS c* AE
1 -132 0 -1.36 0.04 | -0.64 0 -0.43 0.03 | -0.81 0 -1.02 0.05
2 -1.33 0 -1.68 0.34 | -0.76 0 -1.09 0.34 | -0.93 0 -1.10 0.17
3 -124 o0 -1.64 0.39 | -0.68 0 -1.04 039 | -086 0 -1.04 0.18
4 -1.07 0 -1.54 0.47 | -0.65 0 -1.01 0.47 | -0.82 0 -099 0.17
5 -1.97 0 -0.89 1.08 | -1.33 0 -0.99 1.08 | -1.51 0 -096 0.65
6 -2.12 0 -0.67 145 | -1.78 0 -0.79 125 | -1.91 0 -069 122
7 -2.06 0 -0.76  1.31 | -1.60 0 -0.85 1.31 | -1.79 0 -078 1.01
8 -204 O -0.79 1.25 | -1.50 0 -0.89 145 | -1.71 0 -0.84 0.87

Table S2 The energy barrier (eV) between isomer and TS in 1-8 under monoanion. TS is chosen as
standard zero point. For checking the accurancy of results, we list the data of computational methods
B2PLYP, MP2, and B3LYP-D, respectively.

B2PLYP MP2 B3LYP-D

o TS c AE o TS (4 AE o TS (o AE
1 -0.84 0 -0.93 0.09 | -1.07 0 -112 005 | -114 0O -1.18 0.04
2 -0.88 0 -1.26  0.38 | -0.72 0 -1.04 032 | -091 0 -1.20 0.29
3 -0.82 0 -1.18 0.36 | -0.63 0 -101 038 | -084 0O -1.19 0.35
4 -0.79 0 -1.10 0.31 | -0.47 0 -097 0.50 | -0.73 0 -1.15  0.42
5 -151 0 -1.07 044 | -170 0 -067 103 | -184 O -0.65 1.19
6 -173 0 -0.99 0.74 | -1.72 0 -056 116 | -1.91 0 -0.53 1.38
7 -1.82 0 -094 083 |-174 0 -053 121 | -194 O -0.52 142
8 -192 0 -0.86 1.06 | -1.81 0 -048 133 | -200 O -0.48 1.52

Table S3 The energy barrier (eV) between isomer and TS in 1-8 under dication. TS is chosen as standard
zero point. For checking the accurancy of results, we list the data of computational methods B2PLYP,
MP2, and B3LYP-D, respectively.

B2PLYP MP2 B3LYP-D

o TS c* AE o%* TS ¢ AE o%* TS c* AE
1 037 O -144 107 |-012 O -1.23 112 [ -023 O -1.13  0.90
2 -010 O -1.58 148 [ -030 O -1.08 078 [-023 O -1.08 0.85
3 -008 O -1.59 151 [(-011 O -1.09 098 |-012 O -1.07 0.95
4 -007 O -1.56 149 | -005 O -1.09 104 |-006 O -1.06 1.00
5 -114 O -0.62 052 [-065 O -0.51 014 | -090 O -0.45 045
6 -215 O -0.03 212 |-152 O -0.07 145 |-183 O -0.05 1.78
7 -182 O -0.14 168 [-1.25 O -0.08 1.17 |-156 O -0.08 1.48
8 -155 O -0.27 128 |-1.03 O -0.15 088 |[-133 O -0.17 1.16




Table S4 The spin population (percentagewise) on the reactive C3 atoms of two isomers in 6-8 under

monocation and monoanion.

monocation monoanion
left right left right
60 3.77 3.74 8.87 9.36
70 5.44 5.36 8.24 8.65
8o 6.77 6.61 717 7.46
6c 1.95 1.95 1.84 1.98
7c 1.77 1.77 1.88 2.01

8c 1.65 1.65 1.96 2.07




Reference

1 M. J. Frisch, G. W. Trucks, H. B. Schlegel, G. E. Scuseria, M. A. Robb, J. R. Cheeseman, V. G. Zakrzewski,
J. A. Montgomery, Jr., R. E. Stratmann, J. C. Burant, S. Dapprich, J. M. Millam, A. D. Daniels, K. N. Kudin,
M. C. Strain, O. Farkas, J. Tomasi, V. Barone, M. Cossi, R. Cammi, B. Mennucci, C. Pomelli, C. Adamo, S.
Clifford, J. Ochterski, G. A. Petersson, P. Y. Ayala, Q. Cui, K. Morokuma, D. K. Malick, A. D. Rabuck, K.
Raghavachari, J. B. Foresman, J. Cioslowski, J. V. Ortiz, B. B. Stefanov, G. Liu, A. Liashenko, P. Piskorz, I.
Komaromi, R. Gomperts, R. L. Martin, D. J. Fox, T. Keith, M. A. Al-Laham, C. Y. Peng, A. Nanayakkara, C.
Gonzalez, M. Challacombe, P. M. W. Gill, B. G. Johnson, W. Chen, M. W. Wong, J. L. Andres, M. Head-
Gordon, E. S. Replogle and J. A. Pople, Journal, 2009.

2 T.Luand F. W. Chen, J. Comput. Chem., 2012, 33, 580-592.



