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Figure S1: The variation of total energy difference, AE=E (Buckled) ~ E (Planar), as a function

of buckled height h. The insets are buckled V,0; lattice. It can be seen that the planar structure

has the lowest energy and, hence, is most stable.
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Figure S2: The evolution of total energy of the V,X;5 (X =0, S, Se) monolayers as a function
of time at 300 K.
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Figure S3: PDOS of V-d../d,. and V-d;? orbitals of (a) V,03, (b) V,S;, and (c) V,Ses.
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Figure S4. The energy difference between the FM state of monolayer V,0; along the 001 and 100

directions as a function of the Hubbard U value.



