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Figure S1. Comparison of the anion molecular orbitals relevant for the analysis of the
NEXAFS spectra of (TMTSF),PFs (a) and (TMTTF),AsFs'? (b). Energy values (in eV) are
given with respect to the energy of the HOMO.

Figure S2. Comparison of the TMT(S/T)F molecular orbitals relevant for the analysis of the
NEXAFS spectra of (TMTSF),PFs (a) and (TMTTF),AsFs*? (b). The geometry of TMTSF is
based on the 4 K crystal structure of (TMTSF),PFs where the TMTSF donors where
symmetrized so as to possess Do, symmetry. Energy values (in eV) are given with respect to
the energy of the HOMO.

Figure S3. TMTSF molecular orbitals calculated using the 4K crystal structure [21] of
(TMTSF),PF¢ . Energy values (in eV) are given with respect to the energy of the HOMO.

Figure S4. TMTSF molecular orbitals calculated using the room temperature crystal structure
[22] of (TMTSF),PFs . Energy values (in eV) are given with respect to the energy of the
HOMO.

Figure S5. Projection of the o (red) and = (blue) contributions of the 2p orbitals of C to the
”DOS” of discrete TMTTF levels calculated using the crystal structure of (TMTTF),AsFg at
4K (a) and room temperature (b). Energies (in eV) are given with respect to the energy of the
HOMO.
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Figure S1. Comparison of the anion molecular orbitals relevant for the analysis of the
NEXAFS spectra of (TMTSF),PFs (a) and (TMTTF),AsF¢* (b). Energy values (in eV) are
given with respect to the energy of the HOMO.
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Figure S2. Comparison of the TMT(S/T)F molecular orbitals relevant for the analysis of the
NEXAFS spectra of (TMTSF),PFs (a) and (TMTTF),AsFs*? (b). The geometry of TMTSF is
based on the 4 K crystal structure of (TMTSF),PFs where the TMTSF donors where

symmetrized so as to possess Do, symmetry. Energy values (in eV) are given with respect to

the energy of the HOMO.
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TMTSF orbitals calculated using the 4K structure
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Figure S3. TMTSF molecular orbitals calculated using the 4K crystal structure™ of

(TMTSF),PF¢ . Energy values (in eV) are given with respect to the energy of the HOMO.

TMTSF orbitals calculated using the RT structure
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Figure S4. TMTSF molecular orbitals calculated using the room temperature crystal
structure” of (TMTSF),PFs. Energy values (in eV) are given with respect to the energy of the
HOMO.
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Figure S5. Projection of the o (red) and = (blue) contributions of the 2p orbitals of C to the
”DOS” of discrete TMTTF levels calculated using the crystal structure of (TMTTF),AsFs at
4 K (a) and room temperature (b). Energies (in eV) are given with respect to the energy of the
HOMO.
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