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The surface structure of x-(BEDT-TTEF).Cu(NCS). [BEDT-TTF, bis(ethylenedithic)tetrathia-
fulvalene] crystal was studied by scanning tunneling microscopy (STM). The STM image over the
crystal bc plane has revealed the individual BEDT-TTF molecules, whose arrangement is in good
agreement with the projected image of the bulk structure determined by X-ray diffraction. The
alternative stacked structure of BEDT-TTF layer and Cu (NCS): layer was also revealed by the

measurement over the ab-plane.
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Fig. 1 (a) Molecular structures of BEDT-TTF

and Cu(NCS).. (b) Crystal structure of (BEDT-
TTF):Cu(NCS)2 determined by X-ray diffrac-
tion, which has a monoclinic structure (a=
1.6248 nm, 6=0.8440nm, c¢=1.3124nm, B=
110.30° V=1.6880nm?3). There are four BEDT-
TTF molecules and two Cu(NCS). molecules
in the unit cell.
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Fig. 2 (a) A 110 nmx110nm image of the &c-
plane at —80mV tip bias and 4.6 nA tunnel-
ing current. Steps are observed. (b) Cross
section along A-B line in Fig. 2(a).

Fig. 3 Current image of the bc-plane at 31.4
mV. The unit cell is drawn in the figure. The
scan area is 6 nm X6 nm.
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Fig. 4 (a) The closer image of the Fig. 3.
There are four kinds of protrusions, labeled
with A, B, C and D. (b) The BEDT-TTF
molecular arrangement projected onto the
crystal bc-plane. There are two possible unit
cells in agreement with that in Fig. 4(a).
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Fig. 5 Topographic images at various tip bias (No drift corrections).
(a) 6nmxX6nm,66mV, 4 6nA; (b) 4nmx4nm, 152mV, 2. 05nA ;

(¢) 5omx5nm, 300mV, 1. 98nA
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Fig. 6 A 300nmx300nm image scanned over
the surface of the ab-plane.

Fig. 7 Current image of the surface of the ab-
plane at the tip bias of —73.9mV. Layer
structure along the &-axis is clearly visible.
{(a) 40nmx40nm; {(b) 26 nmx 26 nm
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