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S1. Strain dependence of magnetization of (Fei.xCox)4N and NijyCoy

(a) (Fe1,Co,)N (b) Nis.,Co,
! : ' : ' : x value 14F : : : : : Ty value
10.0F i : ._;,.—i-—n—l— e e N 0.0 I NS e e—0.0
L e esetemeete—y 01 Y s
3 95 Lot e e[| I uEEG I NS o DO
S T e Sl LIPS NP SO W B T P T o e e e S 0.4
& 9.0} izt 108l & : N 05
© —»—06| ® 1L , vt J—os
T 85 =075 ‘ v =i
< (= ; ; ;
& & b Y SN S
= 8.0¢f i”_b_,_i_,.;‘p—p-kr—wfb—;r—wf 1 = 08 i —
TS S PSS DS SN me
i i | 1 | i | 0.6 77T i S— T T A A— [ a
-4 -2 0 2 4 -4 2 0 2 4
Strain (%) Strain (%)
FIG. S1. Strain dependence of magnetization for (a) (Fe1xCox)4N with varying x values and (b)

NiiyCoy with varying y values. Gridlines are added for clarity.
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S2. Atomic-resolved partial density of states of tetragonally distorted FesN
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FIG. S2. Partial density of states for (a) Fel, (b) Fe2, (c¢) Fe3, (d) Fe4 sites of tetragonally
distorted FesN



S3. Orbital contribution to the MAE for (FeixCox)sN
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FIG. S3. Strain dependence of the =1 normalized orbital contribution to the MAE calculated
from second-order perturbation analysis of (Fei1-xCox)4N, divided by atomic site (from top to
bottom: Fel; Fe2; Fe3; Fe4) and orbital combination (from left to right: d,, — d,; d, — d

dye = dyys dyz_yo — duyys dyz_y2 — doy).
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S4. Other orbital contribution to the MAE for NijyCoy
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FIG. S4. Strain dependence of the =1 normalized orbital contribution to the MAE calculated
from second-order perturbation analysis of (2) d,y — dyy, (b) dyx — dy5, (¢) dy2_y2 — d, Of

Nl 1 -yCOy



