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S1. Supporting pictures
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Figure S1. left: State assignment in 2-thiouracil at the SA-4-CASSCF(10,8) (dotted lines) and at the SA-4-
RASSCF(10,8|2,4) (solid lines) levels. right: cross-correlation of the MS-CASPT2 off-diagonal Hamiltonian matrix

elements and the energy gaps between the Ts>—7 1 and the ms,—7 5 states of 2-thiouracil with CAS(10,8)
and RAS(10,8|2,4). Representation for all 500 snapshots genereated through the Wigner sampling

procedure.
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Figure S2. State assignment in 4-thiouracil at the SA-4-

CASSCF(10,8) (dotted lines) and at the SA-4-

RASSCEF(10,8|2,4) (solid lines) levels.
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Figure S3. Cross-correlation of the MS-CASPT?2 off-diagonal
Hamiltonian matrix elements and the energy gaps between the
mu—m | and the mss—7 5 states of 4-thiouracil as a
function of the AS size. Representation for all 500
snapshots genereated through the Wigner sampling
procedure.
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Figure S4. Cross-correlation of the MS-CASPT2 S2-S3,
S2-S4 and S3-S4 off-diagonal Hamiltonian matrix elements
and the energy gaps in 2,4-thiouracil at the RASPT2/SA-5-
RASSCF(10,8/2,8) level. Representation for all 500
snapshots genereated through the Wigner sampling
procedure.



S2. Cartesian coordinates
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