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T-4H2O-1 (0.00) T-4H2O-2 (2.21) T-4H2O-3 (4.07) T-5H2O-1 (-97.39 kJ/mol) 

Figure S1. Optimized molecular structures of micro-hydrated T-wH2O (w = 1, 2, 3, 4, 5) at the M06-2X/6-311++G(2d, p)/PCM/water level. The 
ZPVE-corrected stability decreases from left to right (in kJ/mol), but T-5H2O-1 system the binding energy listed. 
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T-3H2O-Br--1 (0.00) T-3H2O-Br--2 (0.25) T-3H2O-Br--3 (1.25)  
Figure S2. Optimized molecular structures of mono-anionic T-wH2O-Br- (w = 1, 2, 3) at the M06-2X/6-311++G(2d, p)/PCM/water level. The 
ZPVE-corrected stability decreases from left to right (in kJ/mol).
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Figure S3. 11 of the mono-cationic structures of thymine with five imidazolium cations (T-[Cnmim]+ , n = 2, 4, 6, 8, 10) calculated at the 
M06-2X/6-311++G(2d, p)/PCM/water level of theory. The ZPVE-corrected stability decreases from top to bottom for each configuration (in kJ/mol).
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Figure S4. 12 of the di-ionic structures of thymine with five imidazolium ILs (T-[Cnmim]+-Br- , n = 2, 4, 6, 8, 10) calculated at the M06-2X/6-311++G(2d, 
p)/PCM/water level of theory. The ZPVE-corrected stability decreases from top to bottom for each configuration (in kJ/mol). 
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Figure S5. 3 of the tri-ionic structures of thymine with five imidazolium ILs (T-[Cnmim]+-2Br-, n = 2, 4, 6, 8, 10) based on the stacking, perpendicular, and 
coplanar configurations and calculated at the M06-2X/6-311++G(2d, p)/PCM/water level of theory. The ZPVE-corrected stability decreases from left to 
right (in kJ/mol). 
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T-2[C10mim]+-2Br--1 (0.00) T-2[C10mim]+-2Br--2 (19.91) T-2[C10mim]+-2Br--3 (21.57) 

Figure S6. 3 of the tetra-ionic structures of thymine with five imidazolium ILs (T-2[Cnmim]+-2Br-, n = 2, 4, 6, 8, 10) based on the stacking, perpendicular, 
and coplanar configurations and calculated at the M06-2X/6-311++G(2d, p)/PCM/water level of theory. The ZPVE-corrected stability decreases from left 
to right (in kJ/mol). 
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Figure S1. Optimized molecular structures of micro-hydrated T-wH2O-[Cnmim]+-Br- (w = 1, 2 and n = 2, 4, 6, 8, 10) at the M06-2X/6-311++G(2d, 
p)/PCM/water level. The ZPVE-corrected stability decreases from left to right (in kJ/mol). 
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Figure S2. The isosurface maps of the frontier molecular orbitals for the isolated T, micro-hydrated T-4H2O-Br--1, T-3H2O-[Cnmim]+-Br--1, T-
2H2O-[Cnmim]+-2Br--1, and T-1H2O-2[Cnmim]+-2Br--1 species calculated at the TD-M06-2X/6-311++G(2d, p)/PCM/water level (isovalues = 0.0
1 a.u.). 
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