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EPR spectroscopy study of di-o-quinone bridged with n-extended TTF: redox
behavior and binding modes as a ligand.
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Figure S1. EPR spectrum of 1a (left) and 1¢ (M=Na) (right) in THF, 298 K

Figure S2. TD DFT B3LYP/6-311++G(d,p) calculated a-SOMO orbital of 1K, for singlet
biradical state.
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Figure S3. TD DFT B3LYP/6-311++G(d,p) calculated B-SOMO orbital of 12K, for singlet
biradical state.
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Figure S4. TD DFT B3LYP/6-311++G(d,p) calculated a-LUMO orbital of 1K, for singlet
biradical state.
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Figure S5. TD DFT B3LYP/6-311++G(d,p) calculated B-LUMO orbital of 1*K, for singlet
biradical state.
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Figure S6. TD DFT B3LYP/6-311++G(d,p) calculated B-LUMO+1 orbital of 1*K, for singlet
biradical state.
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Figure S7. Spin density distribution for the broken-symmetry state of 1-K, calculated by UB3LYP/6-
311++G(d,p) level of theory.

e
k& 00 00-4@
wz
_ 0
o‘bo\&\ggs
OQD o° 0}00 --ﬁs %004 C@l
280,060 =
0@0\09\1@ \"wc’ D& 097 °~°-°i‘°02
g S 21 —0“57'/‘»\ 0(167 Wl
/0% ofoas -0,055" / T oo
o O e 0,119 \OUQ ?600\001
. 0,093 -0,107 NP1 o‘o'a\-s\\‘ o@e
\].'PB / wg 00

Figure S8. Spin density distribution for the broken-symmetry state of 13-Kj, calculated by UB3LYP/6-
311++G(d,p) level of theory.
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Figure S9. Bond lengths in the TD DFT B3LYP/6-311++G(d,p) calculated structure for of 1-K.
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Figure S10. Bond lengths in the TD DFT B3LYP/6-311++G(d,p) calculated structure for of 1*

K,.
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Figure S11. Bond lengths in the TD DFT B3LYP/6-311++G(d,p) calculated structure for of 13-
‘Ks.



Figure S12. Bond lengths from the structural data for of 1>H,.

Figure S13. Bond lengths in the TD DFT B3LYP/6-311++G(d,p) calculated structure for of 1
Ho.



Figure S14. Ampoule for EPR experiment.



