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Table S1. Experimental conditions for the growth of Ta;N;crystals by evaporation-deposition-

re-evaporation of alkali halide fluxes.

Run No Flux Flux/g Holding Holding
" (Molar Ratio) KE KCl Kl Temp./°C  Time/h
1 KF (100) 0.500 — — 900 1
2 KCI (100) — 0.500 — 900 1
3 Kl (100) — — 0.500 900 1
4 KF-KI (55.2:44.8) 0.151 — 0.349 900 1
5 KF-KI (55.2:44.8) 0.151 — 0.349 800 0
6 KF-KI (55.2:44.8) 0.151 — 0.349 900 0
7 KF-KI (55.2:44.8) 0.151 — 0.349 800 1
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Figure S1. XRD patterns of crystal layers fabricated at 900°C for 1 h using KF and KF-KI fluxes, and

reference peaks of Ta,N, TasNs and Ta;Ns.
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Figure S2. High-magnification surface SEM image of the Ta;Ns crystal layer grown by

evaporation-deposition-re-evaporation of the KF-KI flux.
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Figure S3. XRD pattern and surface SEM images of crystal layer grown at 800°C for 1 h using

the KF-KI flux.



