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Fig. 1. Molecular structure of PCDYol.
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Fig. 2. (a) High-resolution STM height image of the herringbone arrangement. (b) Molecular
adsorption model of the herringbone arrangement. The parallelogram represents a unit cell. The size
of the long axis is 6.2 nm in the herringbone arrangement. (¢) High-resolution STM height image of
the parallel arrangement. (d) Molecular adsorption model of the parallel arrangement. The
parallelogram represents a unit cell. Arrays of the DA moieties exhibiting brighter contrast than

alkyl chains in STM images are suggested by arrows in both the high-resolution STM images and
adsorption models.
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Fig. 3. Sequential STM images at a parallel (left) / herringbone (right) interface. (a) The stripe
pattern is shown as suggested by black arrows in the herringbone arrangement. The pitch
corresponds to the PCDYol dimer length for the herringbone arrangement (6.2 nm). (b) A part of
the herringbone domain disappears in the unit of two columns (6.2 nm) as indicated by a white
arrow since the hydrogen bonds between the two columns at hydroxyl pairs are maintained in the



desorption from the graphite.



