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Table S1. Summary of the crystal data of compound 1.

Formula Cs5H49N6S4Se20DyO6Cl3
Formula weight 2866.29 g/mol
Crystal size (mm?3) 0.1x0.03x0.02
Crystal system orthorhombic
Space group Cmc24

a (A) 19.9823(6)
b (A) 13.8784(5)
c (A) 29.3863(9)
a(®) 90

B) 90

7 () 90

Vv (A% 8149.5(5)

T (K) 120

z 4

Dcaic (g cm™) 2.336

F (000) 5320.0

A (Mo Ka) (A) 0.71073

4 (mmT) 10.098
Reflections collected 49327
Data/restraints/parameters 12224/1/480
GOF on F? 1.029

Rint 0.0447
R+® 0.0655
WR;" (all data) 0.0964

2 Ry = Z||Fo| — |Fe|[/Z|Fol. ® WR2 = {[EW(Fo? — F2)2[EW(Fo2)} 2.



Table S2. A summary of C1-C2 distance in TMTSF-type molecules.

Ref | Chemical structure | Average charge of | C1-C2 distance
TMTSF

Ref[1] | TMTSF 0 1.347 A

Ref[2] | (TMTSF)NO:s +1 1.360 A
Ref[3] | (TMTSF)s(TFPB). | +2/3 1.361/1.375/1.363/1.371

A

Ref[4] | (TMTSF).NbFs +0.5 1.350 A
Ref(5] | (TMTSF)2AsFe +0.5 1.344 A
Ref(6] | (TMTSF).H:F> +0.5 1.357 A
Ref[7] | (TMTSF)2NO:s +0.5 1.430 A
Ref(8] | (TMTSF)s[Y(NOs)s] | +2/3 1.356/1.316 A

TFPB: tetrakis[3,5-bis(trifluoromethyl)phenyl]borate anions.
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Figure S1. (a and c) Temperature dependence of o (S:cm) for two single

crystals of 1. (b and d) Ln(o)-T" and its fitting curve to a linear function (red

line) of panel a and c, respectively.
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Figure S2. Frequency dependence of (a) the in-phase and (b) the out-of-phase

magnetic susceptibility at 1.8 K as a function of the magnetic field of compound

1.
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Figure S3. Calculation of charge transfer integral of t(hole) and t(electron) in the
TMTSF dimers of compound 1.
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