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The optimized B3LYP/6-311G(d,p) geometries of molecules 1-42 studied in the paper (the

atomic symbol followed by three cartesian coordinates, in A). The structures labels correspond to
those of Figure 1.
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Figure S1: Comparison of calculated

molecules 20, 36, 38-45. The line is

LR-PBEO vs. PBEO

[¢]DPBE0

-10000 [/

[¢]DLR-PBEO

molarrotations: CAM-B3LYP/augD vs. B3LYP/augD (panel
a), LR-PBE(/augD vs. PBE(O/augD (panel b) and CAM-B3LYP/augD vs. LR-PBEO/augD (panel
¢). The insets show the optical rotations in the range of -400 to 500 deg cm? dmol ™!, i.e. excluding

of slope +1.
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X-ray crystal structure

Figure S2: Overlay of X-ray crystal structure of 2-bromo[6]helicene, 41 (red) and corresponding
geometry (blue) optimized with DFT (panel a), DFT-D2 (panel b) and DFT-D3 ¢). Hydrogen
atoms are omitted for clarity. X-ray crystal structure taken from Ref. [144].
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