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Fig. S1 Electronic band structures and densities of states of
TMS-BT. The points of high symmetry in the first Brillouin
zone are in crystallographic coordinates: " = (0, 0, 0); X =
(0.5, 0,0); Y=(0, 0.5,0); Z = (0, 0,0.5); V=(0.5,0.5,0); U
=(0.5,0,0.5); T = (0, 0.5, 0.5).
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Fig. S2 Illustration of dominant charge transport pathways for holes in TMS-BT crystals. The smallest
effective mass is observed along the stacking direction (a axis, indicated by a red arrow), and the next
smallest effective mass component is along the [210] direction (indicated by a blue arrow). The numbers
in the crystal structure label the molecules used for the electronic coupling calculations.
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Fig. S3 Indexation of the grazing-incidence diffraction
pattern of a single crystal. Laminated single crystals show a
predominant (001) texture.
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Fig. S4 Indexation of a thin film diffraction pattern
assuming the bulk structure and a (001) texture.
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Fig. S5 Indexation of a thin film pattern assuming bulk
structure and (02-1) texture.



