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Figure S1. Time-of-flight fsMPI mass spectra of the 4APM-1MT (a) and 4APM-M4PMN (b) 

systems. 9MA (m/z=149) indicates 9-methyladenine impurity. 
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Table T1. Calculated structures and relative energies of different conformers of the 4APM–

1MT heterodimer at the B3LYP/aug-cc-pVDZ and MO6-2X/aug-cc-pVDZ levels of theory
 a
 

     

  B3LYP/aug-cc-pVDZ  M06-2X/aug-cc-pVDZ 

  WC rWC  WC rWC 

       
E  -13.0 -12.3  -14.8 -14.4 

EB  -11.8 -11.1  -13.7 -13.2 

E0  -10.4 -9.9  -12.8 -12.0 

HN  1.835 1.834  1.780 1.777 

NHN  178.2 178.6  179.9 179.8 

HO  1.884 1.920  1.918 1.943 

NHO  176.5 175.8  175.7 175.1 

       

All energies are in kcal/mol, distances are in Å, and angles are in degrees(°). E and EB 

represents the supermolecular interaction energy without and with basis set superposition 

error (BSSE) correction. E0 represents the zero point vibrational energy (ZPVE) corrected 

EB. 
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Figure S2. Calculated harmonic vibrational frequencies of different conformers of the 

4APM–1MT heterodimer at the (a) B3LYP/aug-cc-pVDZ and (b) MO6-2X/aug-cc-pVDZ 

levels of theory. The B3LYP frequencies have been scaled by a factor of 0.9704
1
, and the 

M06-2X frequencies by a factor of 0.9721
2
. 
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