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Figure S1. Bader charge transfer in Crly(4)/Crl;(1) superlattice. Areas in the orange

and green rectangles are Crl, and Crl; parts, respectively. Negative value means the
gain of electrons and positive value means loss of electrons. Accordingly, 0.18 electron

transfers from the Crl, part to the Crl; part.
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Figure S2. Electronic band structures, projected density of states and band decomposed
charge densities of (a) Crl,(6)/Crl3(3), (b) Crly(7)/Crl3(3), (c) Crly(8)/Crl3(3), (d)
Crl,(9)/Crl5(3). The Fermi level is scaled to zero. The charge density in blue and purple
rectangles are from the bands indicated by blue and purple rectangles in the PDOS,

respectively. The charge density isosurface is 0.005 e/A3.
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Figure S3. Electronic band structures, projected density of states and band decomposed
charge densities of Crly(11)/Crl3(3). The Fermi level is scaled to zero. The charge
density in blue and purple rectangles are from the bands indicated by blue and purple

rectangles in the PDOS, respectively. The charge density isosurface is 0.005 e/A3.

(a) Crl,(4)/Crl,(2) (b)) Cri,(4)/Crl(4)

e

—
T

=

Energy (eV)
Energy (eV)

B
Py

LN L NN NS L N

1 T o W T W Vi

SLARL AR DA
P G v Y ol o o
LN N S, LB

. : B <t
DOS (a.u.) X< I DOS (a.u.) il

Figure S4. Electronic band structures, projected density of states and band decomposed
charge densities of (a) Crly(4)/Crl;3(2), (b) Crl,(4)/Crl5(4). The Fermi level is scaled to
zero. The charge density in blue and purple rectangles are from the bands indicated by
blue and purple rectangles in the PDOS, respectively. The charge density isosurface is
0.005 e/A3.
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Figure S5. Band gap as a function of the width of Crl; ribbon in Crl;(4)/Crl;(m)

superlattices.
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Figure S6. Electronic band structure, projected density of states and band decomposed
charge densities of Crl(4)/Crl;(3) superlattice under tensile strain of 6%. The Fermi
level is set to zero. The charge density in blue and purple rectangles are from the bands
indicated by blue and purple rectangles in the PDOS, respectively. The charge density
isosurface is 0.005 e/A3.



