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Fig. S1 AFM images (top) of epindolidione thin films with a nominal thickness of ~7 nm grown

on SiO; surfaces at substrate temperatures of 200 K (a), 300 K (b) and 350 K (c). The red lines
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correspond to the areas from which line profiles (bottom) have been generated where the zero

value for z has been set to the lowest point measured in the AFM image.

Morphologies of the ~7 nm thick films (Fig. S1) are similar to those observed for thicker EPI
films (Fig. 1). In this case, larger domains are observed for samples at a lower temperature

during deposition, while there is not a significant difference in the film roughnesses.
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Fig. S2 A and C: X-ray reflectivity curves (blue) and fits to the data (red) from epindolidione
films grown at substrate temperatures of 200 and 350 K, respectively. B and D: Normalized
electron density profiles generated from the model fits of the X-ray reflectivity data from
epindolidione films grown at substrate temperatures of 200 and 350 K, respectively. The

substrate is shown colored in grey.
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The model independent fits of the XRR data (Fig. S2, A and C) show good agreement with the
experimental data. The electron density profiles of the films (Fig. S2, B and D), perpendicular
to the substrate surface, generated from the fits, do not show any periodic shape for the sample
prepared at a substrate temperature of 350 K, while some ordering is seen in the 200 K sample.
However, the packing is much less dense in the 200 K sample compared with both the 300 and
350 K samples. This shows that the films are not as well ordered into layers perpendicular to
the substrate surface and the films are relatively disordered in comparison with the films

prepared at substrate temperatures of 300 K.
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Fig. S3 Chemical structure diagrams of the halogenated EPI derivatives, 2F-EPI (top) and 2ClI-

EPI (bottom).
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Fig. S4 Structural overlays of the simulated structure of EPI (grey) with 2F-EPI (red, left) and
2CI-EPI (blue, right),* each viewed in two orientations. In each image, the backbone of one EPI
molecule is overlayed with the one from the other compared structure (2F-EPI or 2CI-EPI),

before generating the surrounding molecules to compare the general packing motif.

Fig. S4 shows the comparison of the simulated structure of EPI with those of the fluorinated
and chlorinated derivatives. The packing in the structures of EPI and 2F-EPI are found to be

very similar.
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Fig. S5 Graphical representation of the contributions of different interactions to the Hirshfeld

surfaces presented in Fig. 6 for EPI, 2F-EPI and 2CI-EPI.
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