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Supplementary materials Figure s1. (Color online). Side view of the interfacial atomic
structure of 1BL-Bi on 1ML-Crl;. (a) one Bi atom at bridge site of I atoms; (b) one Bi
atom at hollow site of I atoms; (c) one Bi atom at top site of I atoms. Magenta, blue and

red balls represent Bi, Cr and I atoms, respectively.
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red balls represent Sn, Cr and I atoms, respectively.

Supplementary materials Figure s2. (Color online). Side view of the interfacial atomic
structure of 1BL-Sn on IML-Crl;. (a) one Sn atom at bridge site of I atoms; (b) one Sn

atom at hollow site of I atoms; (c) one Sn atom at top site of I atoms. Gray, blue and
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Supplementary materials Figure s3. (Color online). Side view of the interfacial atomic
structure of 1BL-Bi on 1ML-CrBr3. (a) one Bi atom at bridge site of Br atoms; (b) one
Bi atom at hollow site of Br atoms; (c) one Bi atom at top site of Br atoms. Magenta,

blue and wine balls represent Bi, Cr and Br atoms, respectively.
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Supplementary materials Figure s4. (Color online). Side view of the interfacial atomic
structure of 1BL-Sn on IML-CrBrs;. (a) one Sn atom at bridge site of Br atoms; (b) one
Sn atom at hollow site of Br atoms; (c) one Sn atom at top site of Br atoms. Magenta,

blue and wine balls represent Sn, Cr and Br atoms, respectively.
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Supplementary materials Figure s5. (Color online) The ferromagnetic (FM)
configuration with the same out-of-plane spin orientation. (a) for Crl; and (b) for CrBrs;.
The AFM configuration with antiparallel spin orientation between nearest neighbors.

(c) for Crl; and (d) for CrBrs.
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Supplementary materials Figure s6. (Color online) Band structures long K-I'-M

directions with SOC (a) for ML-Crls, (b) For ML-CrBr3, and (c) For BL-Sn film.
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Supplementary materials Figure s7. (Color online) (a) Band structures without U
correction for BL-Sn/ML-CrBr; interface system. The red, green, blue, cyan, magenta,
yellow, dark yellow, navy and purple lines on the bands illustrate the contribution of s,
Px> Pys Pz Ay, dysdo, dy, and dyo.yo states, respectively; (b) Enlarge view of band
structure for interfacial Sn/CrBr; system; (c) Band structure for interfacial Sn/CrBr;
system with magnetic polarization and without SOC and U correction; (d) Enlarge view
of band structure (c). Here red and green color shows the contribution of up spin and

down spin, respectively.



